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BT BB AR TE R B & (Redh DL PR HEENT oS 2E)

BAEMFEREE
HARFEEGED Y A 7 EHD 72D D5
MRAERE 8K Bz KEHNEFIEET BREE - ICHEME

s« AARREOEROMAIZIBNT, 77O L HEOREZ{To72, 2T
18254 fHANTHE SN, TDH L 9D 7 7 LMD MRS Stz M ORER IR T
9.04% T > 7=, HFHR TORERRIZLLTOEY TH D, : KAVETH « HEFEREERIT
13.35% & 16.5%. HEPNTH : MEREIR 1T 0.08%. /& « MEFEIRESRIT 0%, FKHET - 5
JETH : HEFEIRIESRIT 1.47%, #ILBIRS « MEENH  HERIRERIE 0.15%., AR « MEfE
IRESRIT 7.96%, FHIEM : MEFEIRIERIL 3.13% (7272 L, MEH T X DM 7 7 OPERE
DEIETHY ., WNFHBORTREMER BN, Fi2, L ORI THFICRE W TR Y 71X
R S NVTITKPEN TEFFITHEA S, ITHEEN Th OB OB T CEpl - HEbR
ENTWZ, UL, BZEET CIRERINC X 2808 T, BERin3EE I L v MR~ 708
PEBR STz, MR I, MEFE Y Z13fEF I Lo Th D REPR S Lk, —30
N7 7ELTHYIZHTONTW:, 77HT ba KXy r (TTX) OFRMNENGRER
TIE, R &AL KL, ATIRO BT 70-120% DN TH - 7225, JIEITH 180% & 5
VMEZ /R LTz, SNROARMEARERCGGEH SN TWDE 7 7% (3875 Thd 2104
FHEZR L2 2 A, WYIREEICIE 722 &b, JIRICOW T 2 [ HEZ R
M U7, M7 7 O TTX & Z0EEEEMH L, T o0& REZHLTL
7o MEFRZ 7 ORI A LIRS, KCika~7 7, T 77, BC (FF 77X
~77) X T 7T ERE, $XTTI0MU/g #8272, KEIZTXTOMAKT 10
MU/g UL FTohY, INRITEHAAR B SN, D 72, KRR, a5 77X
a VA 7 7 &FRE, 10 MU/g % ERIDEERRZ > T-720, BRRICHE I 720 &l s
77

BUKMEAREAER D 7 22 Wik 7 o~ w75 7 4 —-% 5 NEESHE (HILIC-
MS/MS) Z#HWT, RE¥THA LZOM _KEFZ ST L, ~ U X% AW ic8h iRk
(MBA) & OFBEPEIZOW T, EOfE%E, HILIC-MS/MS 1£D#E 1% MBA O 5%
EEOHBEER Lz, UL, RET HA OFGIRE AW 5E121E, BOTEBER R S
7o ZOTEEDFN & L C B EN R TH D M ERH M-toxins DFEENRIE I NT-,
Fo, fEFEBTHLIV XU bE vy (STX) 20T 2B2iE, STX FZHEM 2 H VW CIE
MECEETDNEMNERH D ENALNNI 2T, SBIT. RETHA LT I T HA 0D
Fha RRrFTy (TTX) ZEH LR, ZOFAEIMD T 72, 7T HW T T A 12547
WFENBFERED TTX ZROFEENH L7720, SORIPENPLETH D, AT TIL,
HILIC-MS/MS (2317 % B —iRBREE 1T K 5 2 S MEfesR i akER 4 520 L, RmitE H 3 11 pR
e 7 78H7T ba KXV U (TTXOR EEENFRETH D Z L 2R LT, TTX T
~ R I AREMRTIERAFREUCEE 725 OO, LC/MS/MS JIERFCEIT 51 4 Ak
A & TV D ATREMEA R STz,



BHEMCAHE O ZICEENLMEDMEBRFICL 2P EORART, AN
AT (M) X EREERT &0 L CRINZEHICH 7= 5, M & > TH R R oTEOBIFIL,
PR OTE 2R E & Efe7e Y A7 M2 e L, HiizeRPExtRicomns 2 &
DHIFFS D, AFZEIL. A EAEHEEOZOEMY —FoiEs LT, LT, 32
DRI HTIEEBEE L, MM B AR R AR N E OFE 2 Wl IcED 5 Z LT
HETHZLEAANE L, AFEWICEOTIL, EOEABREZE (H30-£ 50—
fi%-008) IZBWT, OREOMEED FEFHEFI D RAEMECIEROEEEZEE L T, 28
FERED 44 FR5y % Wkt G b B8 & 95 LC-MS/MS — & oMk & Bl (BA%E Uiz, AHF
JETIE. A mEY O FEEEH 2 U U 7o i Bk 2 W 7B R R BRIC L v L
FHEOPRAMEEZFGE LTz, BBEXOZO—FoNE LI TE, FEEFeE L HE 2
ZWSXOIRE (XX, KONV ET BB AXTAY =T anY)
D9 [ ExG LT 5 LC-MS/MS —F ATk & B lIcBz Uiz, HiRD & O ZIZERKSY
AU UT-30E 2 O - 2B s R e FRBR IC L 0 . TR MR L, ABE D
ZO—FHNE2IZBWTIE, FHEFHNZNT X TEOEXOZICEEND EmED
T BT I VEO 40 AQCTRIKICL Y U T AFEMKL L, TR X THESY
PO ITR=FTEOLEL DBEEOIZEENLUMRT I O LAT Y > LFEIRHZ LC-
MS/MS IZ KV 53 2 FiEaBH Lz, H—BR=EIZHB W THIRO & O Z 2 Wizl
EIGERERZ L0 | o ATiEOMERE A2 RF A L 72,

BT 30 RIS RE B IRIED O EA GBS~ e Szt A ReE (5 2, %W
W) EIRAETHEPEFHICOWTHmZ £ L O, ABFEICLD, 30 FME WV B
MOBTEHEFHEZREITHEIT L2 &2k, KK E Snx/ a R OESMEm Z L
BHEORB AR OW T EDOMN A R 5 Z &N TE e, ik, KRR 6 IRE
LTCWEBHEHEOEHAEZEMT LT —XE L THIHATE D LD TH D, £, ITEORLE
i L BIEEOBLEND, A XY 77025/l FUEHMEYMOREO TN EER
METH D Z EAURBR I N0, FRCEE L CTHEAZFEICEIT L7, b ofER%
A% DITBHEEC X DB M ST 5 Z &0, BRHTFHICAERDIEEEZ N D,
IHi, BRYHOEREAR K THLIEHF /a2 LiEx /) a0l VW THRICEREZ
FEOEMT 5 Z &2 HIIC, N7 by b THEDOZIZKE2IT T ZEk Lz, BHF
JalFHEX ) a0EBTHICER LTERS NGB 7 by MEIIzfne<, &
HE TSR BRNE L o T D, 5k, V=7 %A N ETABRT 5 Z & TIRL
FIRFAIRE L 720, AR K & BRFHEORETHO—Ze s EMffshs, THREFEDY
AT T AN DHIH, X3l @EEDICOWTEENREFREER LT, 4%
ELICNBZHERD 9 2, FERIITEAE @S HP [ZB#ETETHh 5,

B LEER 2 HERR U 7 BREE CHRTH SN BB FERTE ¥ (RRBLfE) O b REEIZ DWW T,
HTT VR ERE LT, EORER, TIVE TCOMBICEA T, B S N - 2BEIZ DN
TiE, fHOFIZUH b F U RNEEN T RITHUEE LT 2 ATRErE T TR <, Eiz, BE
AN RERBRLHY AT IHHEFHLRESN TRV END Y, U HT THED
B TIRWE B b,

WHIEsr A K4 - FTRAFFEpkRE 4 K OY TRl BRIk - KEEBANAIZERT - 7V —T K
FTIEHTIERE BRI 36 1T 2 k4 P HE— - RPELANBIIERT - EAENIER



PH % - JKPESARSERT - HF5EE
/NE R - KPEESANIIZERT - HF5EE
WA R - ESIEER R R AT - &
an i A2 BT
TRRHE - - [E SRS A R bR AR SERT -
MY R
AR TE - KEERTERL - W EPEE R R
JREF - KEERFL - Ran B R ER
TV = AREEREAL - Bh#
FAAY R - I B R AR BR BRI JERT « 224 A
et o 7 —HMER
BRI Sk - (B SL B SR ah B L AR ISR T - %2
BRI H — =R

A. FFFEER

AT, S<EHET LD & L@t
R\ X O Z &5 e Bt e SRk
HARER LR DA L 2 AR - U | BAFREF3E
BRI ekt Rt L & biz,
BFII L CIEMRERELRZTO 2L %
HiE 2%,

Mt HARTICB W T, RSSO THE
7K T BV, R L Ok
DOFEEFT D, HEFES < OHBVRBLIZ DWW
T IREBEOSATHRIC LV IR
IO ICHE L 725 IconW T, 4%
~——ZH\WTH - HREOERI S EZH 5 )
2T 5 EE bz, HRSSIZERAINDT
fe R hF2r (TTX) %EAC51IZ HPLC
B X VIR 1), RIFE T, AR
W 2 S, R AR A R A e 5 &
LT, EOMETHE LD F~—T—%
AWTHE - HEFREORIG AW 60T 5, £
7oL MEFE S < ORI FEE I oWV T,
LC/MS/MS % H\W5 Z L2k v TTX I
MZTEEREZAICHOWT LIRSS 2
LT X0 | IEMEZR MR AT O . BN H
FZOWTIL, EBERIC Z S350 S
TW% LC/MS/MS ¥ 2) #[EWN THERMIC
FIAT 27200, EEAPFERROKR Y T H
AREOFE KA FEAMME Z D

LC/MS/MS IEIZ L WG NZ L, BIFEDH
BREDNEETH D~ AHEMERR LD
B OWTHREET 5 & & bz, [EPNFRE
PEEFEREICBNT, MAERSR ST &M
L H R A ALV AT,

FEPE EARTR I C OV TR, BT AR B IR
it & ) L CIRRIZERNC & 72 B 5 AR
WEFEAT (B 12 & > TH R Aok & B3
T 5, FeDEATH R EZE (H30-8 5h-—
f%-008) IZHB W\ TEEMY L X ) 3D
o Rt Ge L Lz iriEa et L. S
WNZHOWTIZEWN O i F B SISk T
% Z EAREZR . O G e —F AT
EEMBE L, — . X/ a0FEROFH
TRNTIRIIRTZ IS STV e,
ENTOHRHFERFNZNF ) 2, BIEHED
BN T DFEERL G D T IE 2 B e IR
ATAS VSR

BRI L D2 BT HED THER 2500
OENRINZGE T D720 AR TIE, EIT
AR (5 2 - @%RY) %Rk &
TLHRPEEXGIT, £ DOFREDEESIH
K% 2 A L CEm 2T 5, £72, 824
TEE R — L= (LLF, HP) (2l s
NTWDITHREOY A7 Ta 77 AT
DWT, BRI ER AT 5, BT, HEE
2T 72 BRI 2 i iRk o kI
DWTHRFT L, R IS5 ik
HIRET D,

SCik

1) Fisheries Science (2019) 85:237 - 245,
https://doi.org/10.1007/s12562-018-
1265-7

2) J. Chromatogr. A (2015) 1387:1-12,
https://doi.org/10.1016/j.chroma.2015.
01.086
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AR HZ 3 TR & L7 3B aT O
KIRT ZIZHONWTHNFERBIC FE D & il - 4
FREERI 21T\, FRAHARIS K O & b
LI 7 7 OB Az D, FEEA
7 7 O—EBIz oW Tk, AfRIREE TRt
HEICE, AL g, 36 K OVEFF AR
L SRR O EREZRE L%, BT
FEBREE TRLIF D, £, KRG T IS
LA EA LT KEMTLEESITBNT
MEIORELZITV, FEWEALZSSO
EERINATHE CHAUTER 21T\, MR~ 7
O ERIZ AT S,

FEEREIZR VT, M L Bbh 2 FEE AR
B~ 7> DNA 3k} (Ffgo=% 7 —n
EERE) L0 5 DNA 2Rt —X
FAXT ALV EE AW REIZ LD
45, #ifi L7247 & DNA 28 L L
T, HARPE R 7 7 7 @ FadE 11 FEOfERr R
Bia~—h—0—HHELR (SNPs) %
TagMan 7 v & A 2 X V@ FRIRE L.
i - MEFEHIBIZAT 2, F70, HEEDZ < HEL
T AHAEDEIZ DNV TIE, ddRAD-seq £
WZEWT A4 RO ENT-2HD
SNPs (25D <l - HEREHIRI AT 5, il - 4
FEHIBIRE RIS & | BIMFAA TR 2 FE
YA 7 7 OEEE 7 &5 S MR OIRIE R
AR D, o BHEREEIAD ST S
iz 4 6L (B2, . . ZEFERR) o
MR D | B SRR AR E LR

(2015) IZHEC - HHETHEOMMME ATV,
15 O AT fl IR 2 7 MERTAM A LK FEEL AR
G S N R

EHRI TR E NI~ 7 7 L Ek
B CHERENZY a ¥ A 7 7B LU
B 7 (3~7 77X avuiA77) DM
fitk 2 TTX OWMEMGAERIZ AW, <7
7 DR TIIAGA & k. FEER A, > a v
A 7 7 TIEmA & TR, & M T 7 Tl
P & Pl FE B, IR B2 2 e, 7208,
v 7 VO EIREMKEIIERED TTX %
GhLTWlD, e va v 7 T DE

SEETRREH RN D 2o 1272 RINEY
BRI L7 o T,

FP. TTX OUHNENGER GRERYE 1)
RO K HICEfE Lz, 778 X O~
7 DRk 2.00 g 1Zxf L, TTX % 10 MU/g
(2.2 mglkg) \Z72b X oUMLT=, &2z,
0.1 % FFfEATE 8 ml GEFEEEICH L T4
YR BRIML, REYSA X LT, Tk
95 C L EOBEFTIEL, KB LT=E
IR & CmAtL, =008 L T RiE &R
W L7z (TTX WX, TTX FERMKIE,
TTX Z @I RO EAE 21T > THIM
L7z s vz, Zh o 2 EA R L
T, HILIC-MS/MS Zifricit L7z, 564
T2 M S & TTX ol & Z ko | [T
BEEH LT,

Wiz, TTX OFRMEIGRER GUBRE 2)
IO K HICE L=, 778 X O~
7 OYNEAHRE 2.00 g (I L, TTX % 10
MU/g (2.2 mg/kg) 2725 X HWM LTz, %
ZIZ, 0.1 % FERRSIK 9ml ZiINL, AE
A X LT, vk 95 C UL EoGrTt
TR L. KS L CERBRE F ThHE%, =
ODOBEL T EEZ 20ml A A7 5 22|20
U7z, £ U7 0.1 % FEBRYATL 9 ml
b9 —EIRINL, %, w0 oBEL T kR
HEERIZE LR A AT T 22 ZEIL L,
20ml [ZER L7, TTX FERIMX S [FERIC
i L7=, bz EA R L T, HILIC-
MS/MS Z3HTic il Uz, 5 B a7z b 5
5 TTX O EZ R D, B FH Lz,

evEE, B, EHL KR, THE, MRS
JITEBRIR SN 7 7B X OMRE~ 7 137
RIZOWT, 2, A, R, T, JPs &
W o T2 BRI K EE R PR O mEEER ., =
BPUEHAR 512 Ko T Shuiz, ol
W mR LI Rik b 5, 7 7B LOHE
a7 7O, A, R, gz oW T,
#Hfk 2.00 g 12K L, 0.1 % FEEAYEHE 8 ml %
WL, REePFHA X LT, T2 HREER
FCIME L. s U CERIERE £ ThH AL,



L EEL T EEZ B L,
B AT It L7,

URBLAHA 2.00 g 12xF L, 0.1 % FERETAIK
Iml ZHIML, RESFA AL, Fhk
95 C LLEOUGRF TR L, Km L TE
IRFREE £ CmAIL, =058 L T EE% 20
ml AA7 T Z22|ZEN LT, A Ui
0.1% FEBAIRIK 9ml 26 9 —JEU L, &
Eth ., mLoyEEL C R R IE L LD
AATZ7Z 22T L, 20 m]l (ZER LT,
Zh b EEEARL T, HILIC-MS/MS 43
Frictk U7z, B o= orkE R 6 TTX 34
DEBRERE L,

TTX OERICIE, EOFETHHL, &
£ NMR (2 TEAFT Lz TTX WY E %
Wz EDIEPDOFERRIRIZ DWW TR, BALR
FILTERZLVES LW W as s
7 TN OIEVERALERIZ & D Ry &

FRIEIZER LT,

HARL T,

B-2. EEMICHYHEIFTM Iz LC
MS/MS £ & 5 ENHBREEORESN

RET HA OEEIRAEFENETH 5
s K& OSRAE T o — e HIcH>W T, v v
2 #PERER (MBA) & HILIC-MS/MSIZ &
BT RATVN, Wi OFHREVE A B & 25
Lo DT, BIFEETITo TWVWDHERH
THA LSO “KBOSHT — 2 b &8
THETT 5, SR ORFEIKT 5% 5
FE S [ENTAF A REREEELIZOWNT
VM EREEST D, £72, BEMETHD
PF hFr (STX) (ZHOWTiE,
HizB i sz 5o 5566 L U0EH
N EDHEEZENZERD, STXIEAE
LI E D IREET D, I DI, A&
BTHAANCEHTENDT hr R X
(TTX) 22\ T, ZDOEmN b HlxE5
T REDRFET D,

MBA & HILIC-MS/MSIZ fit4 % & % 5
TARETR— NI, BARMLRE THRE
Ux— M EREE . I AMBAICEEA L.

— B Z HILIC-MS/MSIZf#i ] U 7=, 3 eH .
RET AR BHBEED D WG
L7z, ZOMMEIZOWTHREE L,
723 0EHIMBA 2.0 MU/g UL Eo#E
NERLIELDDI%EH W=, HILIC-
MS/MSHTZE T DR LT HA & iz
— K H & B . Boundy et al. J.
Chromatogr. A 1387 (2015) p1-12D ik
WZHEV, filH - ATLEE A2 1T > 7=, HILIC-
MS/MS/3#riE, Jeik Dis LA 552, KIE
BRI SE T T A OO B B oy BT i & i { b
L7251 T17 -7~ (Watanabe et al. J.
Agric. Food Chem. 67 (2019) p12911), 4y
FrC WA E 13 ) 2 ODNRCHIGR
AE AR HE M H 14 Ak 7 (C1/2, GTX1-6,
dcGTX2/3, NEO, deNEO, dcSTX, TTX)
AWz, deGTX1/41Z=2—Y—F 2 F
Da—Aa RN LEEG IO
W, T BRI R A ERL L |
5-TRODKRA > b E VR ERRZ ERR LT,
STXIZ Y FATAH O b D% iz, C3/413%&
W OE=4%1Y 7 (SRM) hZ7 vV
avEREL, EERHEZAGES Lz,
HILIC-MS/MST/o#rd % L akHI & £
% FREE H B OFIRE  (nmol/kg) 23
"o, £iZ0shima (1995) (2
FoTHEHENZENLES (MU/umol) %
FLDHZLE T, vYRHES (MU/g) (o#HE
L7z, £72. MBAIZHE T DR 2 7 77 A 30k}
X, B ARARREHI R S LTV D
ML H B ATYE (AEWR) ISHE-> TR L
776

* Oshima, J. AOAC int. (1995) 78,

p528.

Wo, BB D Y PR
AR A I L7z, TR BT 2%
B XOZYMEF T A R A %2525
EBL LT, Barpnik (o4, 20F
17. 5 A OWIMENGRER A F2hi L 7=, 3R
BHE, TER@OERRERZ T T &2 A
T L. HIERE SR BEH 2K E v,



BT I A teE H5MEIK, 200gLh FA I F
P—TH (b L7z, RBRICES L T, WM
HEZEALTWARNWI L0, ERAE
TAE—I NN 2R L,
LC/MS/MS %3 #T i it 3 % ik 1L, J.
Chromatogr. A 1387 (2015) p1-12{Z%EV >,
Y« ATALER 24T o 72, STV - R e
WX, BT F ONRCHRGRAFFE YY) E 12
f4y (C1/2, GTX1-6, dcGTX2/3, deSTX,
TTX) Z MW=, MREEYEIX. CRM-
Zero-Mus (Mussel tissue matrix for
negative control, A A ~X— A k) X
NRCH# % 7o, F7o. BREMRIT, AR
=i (0.25 % EEESH80 %7 h="hKV
JMZEBHR) . v~ U 7 RAER (K&
THAN—ANORHEKS LITLTH
XA HARX—=2 OWHIRIZ XD AR
Rz, ARRBRCIE, ®IRME, RERO
ELRRME, MR TRR, & TR, B, M7
FEEE . BAREEIZ W THGEE L 7=, CODEX
OMREMEIZED LI TWVWHHAIZ DO
T, BELTWDL W L7,
1 FHIEEE (5 X EERE) O
EIZOWT CERR2THE3 A6 HEA:
FHEA IR R R R R
AR 230306 5554 5)
*2 RA IR T LRSI T
% RBRIE O Z SR T A R A
v D—IREIZHNWT CERL224E
12 7 24 H R T BA =R R LR &
MR R R A 12247551
)
B-3. ILAMEDOEWHEY B RFOSITE
DWEST
LEBHEY OB —FHHTE
1.1 3kt
B [ L [FEABR I LA T o 2 308k 4 5 il
L THWE,
FREEAEID : N U FaooRZEERINL
EASZIED
7 hetr 107+£13 mg/kg

AaART I 2.76+0.38 mg/kg

A : NV RaooFEXERML
e ADI—FY—R

7 et 58.7+11.4 mgkg

AaART7 I 6.27+0.77 mglkg

1.2 A3 - WK

YR IL, B 7 0 L AFERE (BR)
WOT b o v URBE KT R A 2R T
2V RALKERRYE KA & N =,

10%(w/v) bV 7 o o flg (TCA) 1X.
NTAT AT (BR) ORI &2 v
TR L7z, B — Y v UlE, Agillent
Technologies #-%® Captiva EMR-Lipid (3
mL, 300 mg) % M7z,

Z ORI O R K Y LC-MS/MS
HIEIZ AW A RTARE, TIROFE R R
AR S LC-MS &2 H L=,

1.3 #E

kR [ e [F) BBR D AR BB o0 F B
Retsch ##l 7 Z 4 > K3 v 7 2 GM200
FO () hiia—RLr—y g vl — R
ot v ¥ —PS-3000S % I\ 7=, LC-
MS/MS Il 7E DE &5 AT EHE W Lo RS
b~ Y VI B DM E A N,

1.4 LC-MS/MS #IE At

RS A OWESRM% B3 #£ 1-1 X1 B3
F 1-2 1R Lz, kB i Jh (A akER o0 254%
FORIESEA B3 % 1-3 12/ LT,

1.5 ABREK DR

A ) O TR W R L5 DB % |
B3 Scheme 1 IZ/R L 7=,

1.5.1 #hH

5.0 g 2 50 mL oK) L
(PP) Hlm MLEE ICEVEY . 10%TCA
A 10 mL VA &% 7 —)1 10 mL Z %
T2 MFBET T A XL, REVTA
W—DOHNERAHK ) —)LTHW., EHITAX
J — V% PP Sl OB © 50 mL OFERR
FTINZ T, IENREMEL, iR, 2,000xg T
5 Rm LSl RiEEART T A3



B, A —EINZTEMIZ50mL &
L7,
1.5.2 K5
iK% 2 mL Y | =O0WEE (10-15
mL %) (2% > b L7z Captiva EMR-Lipid
A—F Uy PIZAm L, iR, 1,000xg T 1
SyfEtis ol L ISR A B iz, 20—
NY P ERION T AMom.OREE (10
mL %) 12y hLT, S5 1 mL
BAM L, FEICEODHE L TEH LR
HIEERY . KEMZT10mLIZER Lz
(0.01 g sample/mL), Z D%, 0.2%
(WV)TCA., 8%(/v) A X J — LI XV iEHE
TR OERBRIERE Lz, ATV
VEATEMALEL G 2D T T A XA T V%
776
1.6 &
0.2%TCA, 8% A ¥ J —/LIART 1, 2,
5. 10, 20, 50 ng/mL DOFEAE G 2 FJHHEL L |
ZEi 5 uL & LC-MS/MS ([Z{EA L, #
SR ERRATER L CIREZ R 72,
1.7 ABR=ER L FERBR
SRS : 10 #EBE (5 HIERELISL D31 5
£ TR—Td - -1 6 FERD)
FhEHR SF 5410 H 2 H~12 4 28 H
FEHNE - R ORI EEND T
fa b RORRAART I OER
M0 R U AR 2 R T
SNAERRE  Cochran HiE & Y Grubbs i
E
REM N T A=A BIRVE, [BIER (%)
OHMTRE (RSDe%) . E[IKE (RSDr%)
KX HorRat fE
FEAMELAE IR PEE DAy HTIE D 4 M
RUCBETDHA KT A4 2D (LR, EBARED
A K74 (B3 %6))
1) OHrEOZ Y EMERIZRE T2 0
A RTA v, BWKEER., SFocE
10 H
2. FRHEDZOBRT—FHITEL
2.1 3k

WINEGRER FZ, oA X, 7F v A
V(R O 2O E D ZE VT,

2.2 REK - KK

o T~v=F, TruLATry (L7 4
JVLFOCHEE (BR) ®) | -7 ~v=F . vy
7 ~ =5 (Enzo Life Sciences L) & 4
BoE. A Z ) — VIR L 100 pg/mL O
R AR L7z, Y 87 h¥T v H

(CAYMAN CHEMICAL #:8) (X, 7+ k

= b U VIZEAfE L 100 pg/mL OFEERRTE %
T LU 7=, ALY Sk, MBS T2 (k)
D 1000 pg/mL A 7/ — WARIR & AT,
B0y N7 h¥vr H12, 13-Y
77— h i Agilent Technologies tE0D¥E
A B AL S 72 100 pg/mL O 7 & b
= MU AR ER Nz, AFTATOT A
ZVERIL., AARZO R bk &
N7-&ih 2 (Hayakawa et al. (2008)) 7>
S LU 72 33 pg/mL DA X ) — VIR &
AW, =k 7 YolEEgSTh b
CPAC 1%, A & o 3 (Matsuura et al.
(2016)) (D& ALFER L2 b DA 4TI
HPLC (2 X WL, NMR IZ LV &%
e 7= =T, 200 pg/mL D A % ) — VIR
WAL THW, 2095 6, iillkiimas A
FARETHoTmEDZEFE6 YL, =k
2Ny O CPAC ZEA L, A ¥/ —/UZ &
D ZFR LT, 10 pg/mL OIREEEAELRIE % 1
L CRERE L RRBRIC W2 (7 &
D Z HR G TEERRIR) o

W IEIT ., R IRER b S DA
IRV U L= F -d9 HH R

(Cambridge Isotope Laboratories #1#) |

N—=7<A 3> B (Santa Cruz
Biotechnology #1#) . 7 & hF¥ T 211
N = (FE7 4V AFEREER (BR) H)
AW, VTR AILAR ) —LF
Tk r=RFU T, ZOMOILEBIIAF
J — VAR LT 200 pg/mL OREUEFE &
TR L7z, Zb 3 O NEEER I 2 1R
ALT, AZ 7 —LIZX0&HERL, 10



ug/mL OWNEIEER SRR AR L=, =
N& 60% A% ) —VIRIRICE W AR LT
100 ng/mL DN EIEAERE AR A2 TR L |
RV & R B AR VR O TR AE
L7,
o — ~Y v ik, Agilent
Technologies fL#? Captiva EMR-Lipid
(3 mL, 300 mg) #fi/H L7,
10%TCAIRIRIZT 74T A7 (B) B
XITE L7 4 v DRI (BR) B Rkl
AN THE LTz, £ ORI OF
HK Y LC-MS/MS I 12 I 7 A R s
X, IR OFRE RIEHER A UL LC-MS H
M LT,
2) Hayakawa, 1., Watanabe, H. and
Kigoshi, H. Tetrahedron, 64, 5873-
5877 (2008).
3) Matsuura, M., Kato, S., Saikawa,
Y., Nakata, M. and Hashimoto, K.
Chem. Pharm. Bull., 64, 602—608
(2016).
2.3 EE
LC-MS/MS HE D& & fratid . »wWih
ORI N U LI BB DL E A2 T,
2.4 LC-MS/MS HIE &4
ol B = ] 3 [R) 5 5R 0 26 B oo I B S 1R
% B3 % 2-1 1R LTz, HEOKUVODE
BHTRE> SRM &ff4 B3 % 2-2 12, &
BO®DE Bt SRM 4&/f% B3 % 2-
31T LT,
2.5 RBRBEKROFH
X O ZONNE 1 ORBRIFEHED
RS %2 . B3 Scheme 2 (Z/x L7=,
2.5.1 fliHd
k5.0 g & 50 mL @ PP fli D yLRE
IZED Y, 10%TCA iR 10 mL KA
% )=/ 10mL Z Nz T 25 HARET A
ALTth, REVFTAYF—DOHNEAL ) —
JLTHEW, EBIZA X ) —/v% PP filE.L
TLBE 0 50 mL OFE#E THNA 72, $2M8)IR
Fnt% ., #i., 2,000%g C 5 4y OB L .

FIEEART T AR, AX ) — %
A CIEMEIZ 50 mL & L7-,

2.5.2 &Rl

i % 2 mL Y | O0WEE (10-15
mL %) (&~ b L7z Captiva EMR-Lipid
A— Uy PIZAm L, iR, 1,000xg T 1
SrE L IR IR A Cle, 20—
N DEROT T Ao OREE (5
10 mL %) (kY PLT, S5ICHHE 1
mL Z&M L, FECEMEL TSN
TR AR . 60% A X/ — VIR %
WT, LT BV ER LS OEHARE
e Uiz, /A TIVIIRIEMELEF T T

ABUSA T )V E =,
> BA—GRBR == O s N E S 3R
<H&REO >

- RERAIR DO ER 5 mL
(0.02 g sample/mL)
- WIBIEYEIR BVRIR @ 60% A % /) —
VIR, 100 ng/mL. 0.5 mL #00
> AR ) 3 R 5B
<BERAO-0>
- RERAR O ERE © 10 mL
(0.01 g sample/mL)
- WEBIEYEIR BVRHR @ 60% A % /) —
NWERIR. 100 ng/mL., 1mL 0
<HHE®-©>
- REBRIRIR O ERE : 5 mL
(0.02 g sample/mL)

- ITAZEHEIR BV © 60% A # /) —
JVERHE. 100 ng/mL, 0.5 mL %S0
7R BN YEAI I, 10 ng/mL ORI
il L <, HPLC o4 — hH 77 —T
5ul ZHEAL THOMT LIRS & o7z,

2.6. E&

PRI UEVR AVANR Y 10 ng/mL & 72 % &
NI Z., 0.2%TCA. 60% A % ) — VKR
(HERID-®@) XL 0.4%TCA, 60% A X J —
IR (BRE@-®) 12X v, 0.1-50 ng/mL
DOIEYERRWE 2 i85 L 72 (10 ng/mL DN EREE
YERATRIRZR L, HPLC OA4— v



7T —T 5 uL ZHFEATHZ ETHHTL
B L H ), TEN 5 ul (BEEOGIT 2
ul) % LC-MS/MS (A L Ciffase i iz
L NEBIE LI X 0 BBl A SR T Hul
L7,

2.7 E—RABR=EDORINEIRER

WG AL Lz A Zr b gll¥/ a5
9 K ELTFOREIZRD X DI, i’
LT 30 4y W& L=, 3 T 5 mIfHT
OFSIMENLERER 24TV, FNEIER & G T
FEIE 2R DT,

<USHNR s>
AN S, T v=F L BT V=T
.y T ~w=Fr :2mgkg
‘CPAP,. 77 uA Y % 7 h¥v 2 H,
PRI RFTUH12,13-O7EF— b 1
mg/kg
< AL VEE 0.5 mg/kg

2.8 REREM L FRAR

SN - 6 FERE

FehaHA  mF 448 A 2 H~10 A 27
H

FWNE - A B, TTFVAYDTZ
v 7 BB R ORGSR (RN « 1
mg/kg, WHNIEHEES CFhE)

M0 UK 0% 2 OFT

SANERE © K

FAf ST A — & —  RIRME, KR R R

(LOD)., T& FR (LOQ). FIE (%),
DHTREEE (RSDr(%)) | = [##E % (RSDr(%))
K O} HorRat fE

P EYE - K EDOHA RF 4D (B3

7 6)

3. BREDZ OBy —B L2

3.1 &%

WNEGRBR S, A 2, 7o 2
.TAA eI AF T ) FH
TR 7Y & (A hlkE) © 7 FEO
XDOZEHW,

3.2 K - AR

(H)- D AT SRR AR T I
Sigma-Aldrich #E#IDOEEHETIL 2 72,
L E—/Ud Tronto Research Chemicals
MR OEREREK E -, -7 ar$L
TV RN L7 VT Y v riE Combi-
Blocks #H# DIFEHAERIE A FV N7z, PERIEHE
IR bk L3 (BF) > O-Methyl-D-
tyrosine (MTY) % 7=, £ ZE, A ¥
J =)L -k (1:1) IBHRIZER L 100 pg/mL
DOIEMEFIEZFRB L=, 2D 5B, LAY
UHRERR, A RT U, LVE—IL LT
IV T VR LT INT YD
b EIRA L, A%/ —n K (1:1) IR
TR LT 10 pg/mL @ 5 fi& O Z 3R
EIEMER R 2R LT,

10%TCA iR, THI7A4T A7 (BF)
ORI E VTR L 72, EEYERIR
DOFFUZ N 2% TCA, 80% A & J — LR
%, 10%TCA %K 20 mL (IZA %/ —/b
ZMZ T 100 mL ICER L TR L7,

s — VU v vk, Agilent
Technologies #1:5® Captiva EMR-Lipid (3
mL, 300 mg) Z=FH L7, #FEAbIZHW
7olE D FERR iR, B 7« v SR

(k%) o> APDS # 7’0 22— HIF 9 BakEE
WA L7, 38R bl Eikix.
Waters f& . ®  AccQ-Tag™ Ultra
Derivatization Kit /@D 7 /L/33 1 6-
TI/FX% I UN-NAZ A IV (AQC)
3mg &, [FFx v MEBOMATE h=KV
JbV 1 mLIZEME LT, 3 mg/mL OEIR %
L THW-=,

Z OFRERISHE O F LN Y LC-MS/MS
BB AW ARSI, TR DR BRI
R 3 LC-MS HZE#EH L7,

3.3 &

REVTAP =T, ) <4707y
7 e =FF o 2a hurr NS-51 (¥
XL —H—3 %7 b NS-10P (10.5 mm
¢ X140 mm)) #HW=, THAITav s
t — & —{%. Thermo Fisher Scientific f1:fi



@ Reacti-Thermo™ Heating Module % /]
W7z, LC-MS/MS #£# 1%, Sciex fHH oD
Exion LC AD -5500+ QTRAP Activated
Z Wz,

3.4 LC-MS/MS Il &&At:

O Z DH 5 ARGy S OPEERYE 1 A5y D
HIESAM% B3 % 3-1 XX B3 # 3-2 1R
L7,

3.5 AR DR

XD Z OHNTE 2 ORBRES I LE O
WS % . B3 Scheme 3 1277 L7,

3.5.1 i

B 5.0 g 2 50 mL o PP Sl Oy BE
WCEVERD | 10 pg/mL ONEFERE (MTY)
WHR 0.5 mL Z i L, Efnt% 30 4k E
L7, 10%TCA i 10 mL K ONA X ) —
AM10mL Z MR T2 0HAEY A XL
%, REVFIAT—DOHAEAHK ) —/LTH
W, EBHITAE ) —L%& PP Sl L
® 35 mL O E TINZ 72, EEEF%,
HiR, 2,000xg T 5 sl OoBEL, Bl
ZH50mL A AT T RAa|ZERo T, ELILE
BORRIIZ A X ) — V% 15 mL Iz TR
#%. Wi, 2,000xg T 5 yMmOsrEE L <
FIBEEY DA R T T 2alci b A
X ) — )V &N Z CIEMEIZ 50 mL & L7=,

3.5.2 FEHl

R A2 2 mL Y | w0 (10-15
mL %) 2 v b L7z Captiva EMR-Lipid
J1— RV v PICAR L, HiE, 1,000xg T 1
SyfaliE DAy L IR A ¥ Cle, 20—
MU PERIOEDEEEICE Y B LT,
ELICHHIE 1 mL 2A%F L, WK Z
L7z,

3.5.3 FHEK/k

2 mL OARNJEHALBR G AT T AR 7Y
2 —"A 72, B-3.8.5.2 HEITE LT
R 100 L 2 &V RV | 1F D BREmETK
300 uL Mz CTiRM%Z, =512 AQC
¥ (3 mg/mL) 100 uL &Nz Cigfn L7z,
A7 a—F% % v T EHADTEHA%, T

10

I my /b —&—T55C.10 /yEmE L
7o FIRICRE L7, 7K 500 uL & AFU TR
MmllebozdBREKE L7z (001 g
sample/mL),

3.6 &

2%TCA, 80% A ¥ / — VIRIE % A RA
e LT, NEMERE (MTY) 100 ng/mL %
“H7T 5. 0,10, 20, 50, 100, 200 ng/mL
b & DI HIRGIEERKAZMB LI, =
NHD 6 ¥R 100 L 2 2 mL OARTEHAL
PREHBT T AMA T Y a2 — 3, T JVIZEY
%0 . B.3.56.3 FEMLITHE > THER(
L7zt D& it AR MER IR & L7z (001,
2.5, 10, 20 ng/mL) , £ Z 4 5 uL % LC-
MS/MS IZFEA L. AR U s T st
BRRICX 0, 2o 4 Bisy T
& OIS 2 RO TRREMR A R L TR E
Rz,

3.7 USINEIERER

B-3.3.1 BHIR L& DZ 5glc 5k
O ZFHIRAIERERK (10 pg/mL) KON
A (MTY) %R (10 pg/mL) #Eh 2
AL 0.5 mL oML, IRFNtE 30 4 E
LebOERMAEE L RINEE @ 1
mg/kg), & & D 2T 3 [EHHTOTRMIEIILG
BRZz1T\>, B-8.3.6 EE CIER L7- R &HR
TERELEZ, RFCT T 7dBRisKRE ~
U 7 AR GREHF 1 mg/kg FH)
AL, ERAIETOIE - OFEL
BEICBITE~Y N v 7 AOFEZFEN L
77

B-4. W HEBERBORTEORAEBMHA
EERX TEREDV ARV Tur7Zy A V] &
#

(1) /22K KRETIEFEOEMIC

DOUNT

JEAEGH BB L CERR 10 FLARTNTEA
BEEE) o TeEETBmEek (P 3~
2 4ER) | K OVRAETHEE AR — L= D



BrhERGE R (R A 349 H)
I TARINTCETHERHEO I B Yt
HRE (/7 2) 2K ET2F 40 L
TAMEOR ARG L Ui, £72, Ttz
RERE LTEEIC LT,
BHEHOBRMBITICHTZ0 | FAHIRIC
DWTITEATBE ~BETHmF OREL
ITol-BIREN R T 28EIRE Lic, &
HIEDRIK & g o723 7 izon L, THE
El EWE SN FHELEDI,
- BabE A S CFRK 3 4 33 B~1Fn 2
I 62 5) \THBH S 7o T/ R S k)
- A [E M5 AR ST T DA R
(2) BEEDICXDZEFEOEMIZON
'C
ETEEEE (R 10 FLIATIE
AR V)@f E & amE ek L OVEAE
FE R — A=V ORTERAER (K
HiEss - S5 9 H) ITTARINER
HEFEO S b B RE (REEY)
Z JRK & T DA L AR O A
RE LT, 72, Tiikfid&rt LT
EZlZ L=,
AHEFEOMEMAMNTIZH -0 | F&AEHURIZ
DWTITEATEE ~BEFHFORE L
ITol-BIREN BT 2EENMNIRE Lz, &
HEEDJRIK & 72 o 7o @SR DOV T,
HEE) EESNTFHELE D,
B AETHERE PRk 4 4 34 B~1Hn
44 64 %) [Tl e TR aEssEfit:
il
A [E H 5 AT RS DA R
EEMGT AR ROHERFE R
(3) ¥/ alLrBRPEOTEEBRE
A
BHYHORKE 2D ERHEX /2L, £
o EANBIN L P gHF / 2 LREGR L
RWEIEBEZMWETOINEDONS T Ly
N OERCE BR L7z, FRIZ, /7 234, O
720, DI, DIE AL V0ot EEIE R
AL A TR CEIER U CHEEE T D

11

WD ZLemb, X/ almgflx/an
B OFER A I L CEVWE D Z &3
TELEIITHE LT,

ERICHT=D, X/ atafx/ L
HICHEEZ % Bl L T IC Bk 2 R /-
BLEORTHA T L&, BEALO
FRIEE 532 0 09 < R 22 [y T 7 &
STz Lic LT,

N7y MIHE#LZX 21X, B9
BOREMFENR L NEHY /) aL, Tibe
LRTWEHF / 2 2@ IR LT,

TERRIT, /=2 DR ZE CRPER — S/,
BB L BEATEA) OBFZER ) D
e, EICFREREEBI T 19,

D EAEE TERFEDO I A7 T a7
7 AV

https://www.mhlw.go.jp/stf/seisakunit
suite/bunya/kenkou_iryou/shokuhi

ﬁ}“ n}g

n/syokuchu/poison/index.html
2) EAGIE [Fx /) alc LR
WHEELELE O
https://www.mhlw.go.jp/stf/seisakunit

suite/bunya/kenkou_iryou/shokuhi
n/kinoko/index.html

DBNLWVWEDZFEEDOIANVT 14X
¥, Fimosrt (2017)

4) BERHUGTRTR IR 7 —4 8 AR
DEDZ, L& FEA (2017)

5) K bRTONDEDZ, L& EAHE
(2015)

6) JL €A H AT A X 1
(1987 - 1989)

W%ﬁ&ﬂ74—WFNZ%H@

- I, fREL

AARDmEOZ, (BK) FETIE
#: (2010)
8) Index Fungorum

https!//www.indexfungorum.org/n

ames/names.asp

(BRFBBOV A7 70T7 7 A4V DE
#
TARFOY X7 T T 7 A0 1 FEE

(4)



S8 HP \ZB# T ED =), 14ER (5
3AERE) ([CJEASEE OB hEHMIE (E
3 AR A R R B AT L T
P LB #E B &Il THEFEE L E
Jii L7z,

FHNEL, ROF ) 2 K OESAEY) D &
FORWG IO b EIEEE1To T,
C X IORY - TR RIER A, KRB
Bt WEA T4
<X aADFMIY  BAEE L
SR O IR
COYHTIE AR

C. FEERLEZE
C-1. #ES S ORERRKE PSS DO
R DR

(WFZEkE 3 & 242 R3 FEEITEHIER
AT, AbHEEREN T, R4 4B 1300 ) 1
5T, BKHIREKH T - BEE T, ALvEE AL
K« FHENRT, EHIRSAIET . RS R
PR RRRZE T, EIRIRSILAE Tz B W
THHFHE 21TV, 2T 18254 fll{K %7
BT, D ZSNTTEREIC D & il - e fe
WALz Z A, BEEITZIFE (3 Ui
NT7F =Ty, AT awr 77, b
VA AN e A/ AR N AN &/ AN
7 a7 7)) 17138 {EIK & MR & b
LA 7 7 1651 UK i bz, 2
o OFEIEAH 7 72>\ TagMan 7 >~
T AL MR AT ol 2 A
T IXYa g AT T, VT TITX~T
J.aA®rT7IXavuh AT T =TT X
I~ 77 N T T IXAT T YT I X
va vt A 77O 6 OMAE DT OMERE
EH S 3L, WRRIZZENEH 1597, 42, 8,
2. 1. 1 ERIZ o7z, BIROHEFRRIRERIT
9.04%72 > 7=,

KAV TR T 2 BLHIFR A 2 3V T,
2021 £ 7 H 7 HIZ 4 » O EEM Tl
ST EF 1843 iR Z B\ W HL Y #E5 L7z, %
OFER., SEET O L aviha 77,

12

=i 87 ANE= 5 0w /AN A /AN s O 874N

e T T NT T T T 7 ahon
7 77) 1597 fllfk & HefE & b 2 A
77 246 BIRIZ 3T BTz, FEEAR T 7
17 EfEIZ W T, DNA ~— 7 —I2 X 5 fifi -
MR A T o722 2 A, 1 HERaE
T X a YA T T OREREE AR (F1) .
1R =77 5 EEKNI~ T 7 X
a U A 7 7 OMEREE 2 A (F2) & L<
TR LA (BC), 10 AN T~ 7 7 X v
a YA 77 DOFLEot, £7-, B TR
B LT a oA 77 d~7 27 2
BT BNV T T EEESIC 46 fEK
i U, DNA ~—% —|Z X B Hf - HERf) 5]
ZAToTo L 2T A, TRTOFENPINTIZRE
WCESEIRER EFE LR o7, T
DOFERN G, [AIEREIZI T 2 MO
IRERIT 13.35% L HERF STz,

HENTRIC I T B BLHERA I B WV TiE,
2021 4F 8 H 6 HEB XUV 7 HIZJERMEE X
O 1 7 FEOEERE T S -3 1179 &
RzEn Lz, 2k, ERMETHEINT
528 ffkZEVWEY | EEMTIRE I
651 fEARITELH O KPEM T &40 THL
TEBIFTO S DEER LT, € ORES, &
RIZ1HE (=7 72) 1178 flk & M & b
NWOTIEA 7 7 1 ERIZ T bz, fi
¥R 7 7 1 RISV T, DNA ~— 7 —
\Z L DR MR B 2 T ol A T T
XKZ770 Fl o=, ZhbDfER)
5. HENFAEIZR T D HEME O RE R
0.08% & HEGT S duiz,

i S I B B 2BV TR,
2022 4F 4 H 25 HB LN 27 HIZIERMET
T S AL72FT 1002 fER 2 #E51] L 7, & Ok
R, FEEKZT2HE (w77, vava7
7°) 1001 {EA & HifE & i 2 fE A8 7
7 1R bz, FEAHT 7o
W, DNA ~—h —IC X BHE - Hifif)h] %
1Tol-& A, #ikir~7 7 LRI S iz,
INHORERNG, ST OREIZIITD



MR OIRER T 0% & HEFH ST, 7R,
2022 FATA R IBUNTHERE T s < 41,
~NZ 7 7L LTINS B 05
W STl EOFIZ N T T I X~ T T
D F1 2 3B A I TNWD,

BET - BETICR T 2 EMFHE BV
TiE, 202245 A 16~19 HIZEEN Cifa
M ST FE 679 EIR A HER LT, & DRGSR,
BEERIE (L avhaA 77 T~T 7
~T7 7 e HBT7 T NTTT) 666 kL
M L O 2 BRI 7 7 13 EIRIZ
J o, BEAH T 72OV T, DNA~
— I —IZ K B MR 2 T o728 A,
6 EAENR NT 7/ X~7 70 F1, 1 AR
AT IXvavhA 77O FL, 1EER
AT IX~< 77O FL, 1{HENR T 77
X~<7 708777 HB~0ORL M
(BC) 1 fEAN N T 7 /X A~T7 7D T
7 7 J5m~® BC, 3 RS H T~ T 7
&%IJ%'Jéﬂf:O NS DORERN G FKHET -
FBRETIZB T DHEREOIRESRIX 1.47% & HE
ﬁéﬂto

LHEE R BIRS - EANRIZ I T 2 Bl
IRV TIL, 2022 4 6 N &VM)EL
B T S AU72FE 2000 fEIRZ #ER1 L
Too TORER, FEKIT1IHE (v772) &
Ml & b A2 FEARH 7 7 6 EIRIZS T
bilz, FEAH 7 71250 T, DNA v —
A—\Z KD R 21T o728 2 A, 3
R MFL 72~ 7 70 2 fBIRD N T 7 7 X
~77DF1, 1fkNI~T7 I X~T7 7D
~ 7 7 Hm~0 BC LBz, b
DFEF B | ACHRE ) LA - SN 3
T DHEFEDIRMERIT 0.15% L HERF ST,
7285, 2022 FITALUREIZ B W TEEM T
I, ~7 7L L THNTTNOKENT
EFITHS SN EROFIZ T 7 X =
77O F1L BN 1T EEER STV,

SAUATIZE T 2 BHFHAEIZBS VT
2022 47 H 14 HB X OV 15 AIZEEM T
S8 TG 4949 IR AR L 7o, 2 DRk

13

R BERTTHE (v727, v~77 7
UI/ANIZE By G AN =l IV 7 AN g
7 7)) LHEE L B 5 BRI T 7 1258

BRI 53 vz, FEAR 7 71220 T
DNA ~—0—IZ X H i « MRl 21T - 72

LA, 65 RN I~T7 X autd
77O FL, 132 kN T~vT7 I X a vy
A7 7D a A 77 HE~D BC, 51
KNG~ T7 I XvaurA770aA~7 7
e~ BC, 2 &N T~T7 /X a vt
A 7 7 OMER A (F2) . 3 EEN =%
Y7 X a7 7O FL, 441 AR
WMiEEe a4 7 7B SN, I
DOFERN G EIRRKUAIVETTIZ 1T 2 M
FEDIRERIT 16.5% & #HEF S 7=,
FRZEHBETIC I T 2 BLHER A IC BV T
2023 - 3 H~4 AIZH IS N OMBEKIEID
BN TEIE S HL7=5F 402 IR 28R L 7=,
ZTORER, FEEKE3E (FF7 7, =7
7= 7 7)) 370 fER &R L b HFE
AR T 7 32 ERIZ o0 T BTz, FEEARI
T 7N HOWT, TagMan 7 v A X HFd-
MEFEHIBN 24T o7 2 A, 16 EIKN T 7
TX~<T770 F1, 16 HIEN N7 7 7 X~
77D RNT 7T HR~DR LM (BC) &
AR E Tz, TS OFEFN D | FHER) 1 IRAR

JEETHICB T DM ORMERIT 7.96% & H#E
I3+ é ﬂfk—o
SAETHIZB T 2 BRI B W T

2023 - 7T H 5 HB XU 6 HIZ %ﬁf@
I NTFE 6198 ERZERI L=, Z Dk
B, FEKTSHE (avhaT s, aE
VIS AT =TT e TS
Vo v~7 7 NT 7)) 5653k L
MR L RO DRI 7 7 545 fEIRIZ 5y
B, FEIEANEH 7 71250\ T TagMan
T oA KD - MR A T o728 2
5. 282 AN I~ T I X a7 T
D F1, 25T HAENRI~T7 I X a v A7
TDOvavtA 77 Hm~O BC, 4 fE{KkRN
AETIXTa vt A7 7O FL 1A



N~ T IX AT 7D FL, 1 ER 7 7
IXyaghA 770 FLIZhTboni-, =
NHDORERNG | BEHRKAETIZR T 2
MEREDIRMERIL 8.79% & Gt S hi=, £z,
AR OFEICB O CTHERNZ < HBLL -
avuh A TSI T S OMAEDEIC
DWW, RBIH4EES LI 4551 fEERIZOW
T, ddRAD-seq iEIC L W H ENT=7 / A
U A K72 SNPs (2 X A - HEFEHB 21T -
7o & 2 A, 3395 fERDS BRI HIF L2 T =
T AT T 6T5 RN I~ T I X ay
A 77O F1, 347 AR BB HIEe
w77, 132 kNI~ T I X v a vt
A7 7Dy a YA 77 HE~D BC, 2 #
Ky~ 7 77X avhAf 770 F2 Lf)
Bl ST,

MEBEFRICB T 2 HMFAE IV TIL,
2023 4 11 H 16 B 7 ViRl CifaE X
AT25F 96 IR 2885 L7z, 7235, AT DH
R W BE Y S [ A Tl R (e R~
DN RER I L > TIThLTERY . E
e/ IRIERDHEEIL TE R o 7 hd, Ifask

FEERIZ D 1 BRI O MR IR AE SR 3 HEH
Ehi-, BEFICLVHERE T 7 REERRS
Teh KRBT I, BVICrkTT77E LT
ftE 7z 96 fEIKIZ oW T TagMan 7 v &
AN K ofE - MR AT oo e 2 A 1 {HE
BN NT 77 X~=7 7D F1, 2MKR T
TIK=T 7D T 7T I~ BC LH
RIS T, 2D OFERNG | 485 IRFEE T
CBWChT7 77 LTHEY IS SN
RIZEB T DHERIRMERIT 8.13% L HEFH S
HMN, EdkD LB ZNHIFREEICLS
MEFE 7 7 OHERRZ ORNIG TH Y | /Nl
D RIHEMED E,

SALET HENT, dmiS T, BKA - B
JET, IR - A, BZEE T, B &
OIS TIC BT 2 MR o @kl O FH A T
%, Z< OHIRTHSGICIBWTHERE” 71X
BRI & D Z &l S KEEMTEFEITHEA
S, M THEREN T SUBE OEE T T

14

B - e ST, 2R L, BREE I
BT, R X 2898 chH v | ik
FREFIC K 0 HERE 7 7 S HERR S T s,
Fo B HICR T, M7 23 Es
Lo ThrBREHRINZH E, —H0
N7 ELTHEYIIHTHER TV,
Bl n i, MAEEFEORAILITE
TR T,

- HRCCERAE S VT B, KEEIN Tt
RENLREINT A, B X OETEE
s B L AT AR IE AT L 0 R X7 BN SR
T IR I HERR SR\ ChRAN S 7= fE ik
D955, DNA ~— 7 —IC & v Mifd &R &
AT EE 132 IR DI /3 5B (B2, fiA.
e, ZEFERR) K0 | iR AR b
i (2015) (ZHE U= HIETROMHZIT
W A5 D AT IR A B R A LK PE B
WTRIFFEATIZ 164 LT,

RFFEHIR] 238 U C 3k S 7= DR 9 HiR
BT DREMERENS, I NIRRT
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DN . FTIO B BIEER S,
Al BEESINAETICB T3~ 7 7
Eva vt A 7 7 OFEMIRTRERS RS,
MM OMEROHIZ, F1 L0 b HITEA
TEHERE (F2 <° BC) IR FHSEIR U > T
WBZERHABENI o2, ZTDOZ IR,
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EOWRE THY . FkfaThD T T
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FIRHATH D, b, SFEORETIT, &
R EBANBRRIRETIX, T 77 &
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HERVE 1 T o 72 TTX OFRINEIEER
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IX~T7 7 bd~wT7 77Xy a A 77z
DN, EDOMEEZEIC OV TR LT, b
T 77X 7 TITEBT B R ARSI
BWTWTNbMO T REwENBE»o T
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< (~80%) . HFIEDEIEITAL > 7228,
O 2 Mk CIZIEEEORTE I EHITE I,
NZ 7 X~ 7 7 ORETIE, HFiETIZER
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TWOMETH D, TNODOMFET JIET
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77 10K, 77Tl aut AT T5
R, S~7 7Ly a a7 7 2{EIKT,
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DOWIEIZE SR hoT- b 7 ZHEEL 9 fH1A,
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Th-o7- (C-1.2F*1~3),
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MS/MS T/t LT 5 & GTX6 DA%
225 STX BEMVAEHT 5 £ TOMRFFRFRIC,
R EMRHYTH D M-toxins & Ebid
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BB HYERD ONDLGE, TILHSY
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2022 FREEITACHEE - BALHG DR Z T
TAFE 370 iRz i LT, & Ol
CTHEM LI KA T HAA T TH
A (FIGIR) . 2T VXA T4, ~TF, <
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10% FREOT- D, FIGRAZHEH L7zaHr <
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7, LorL, HiGHRIE, MBA 12 L
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AL 7eo7,
C-4-2. BEBERENZOVHT 7Y AT
IZOWT : REBDOTHT THEY X7
Z2H 5 RAEE
1) ¥ AT 7wt
AL E LT, FAO/IWHO &R EMZE
DRI E D F LD Bz [Report of the
Expert Meeting on Ciguatera Poisoning
(2018))8 Z HLIC ZNETITHE ST
LR BRI, VAT TR EORNET
DU RF¥Tr (CTX) VHEAA TR HE
E#IECTH D Gambierdiscus toxicus |2 &
DEAINDZERHLMZENR TS 2,
G. toxicus |34 20 FFEREIZ 7= O KJgMeE— D
FCTHoT=MN, I, 16 i (G. australes,
G. balechii, G. belizeanus, G. caribaeus,
G. G. G.

carolinianus, G. excentricus, G. pacificus,

cheloniae carpenteri
G. polynesiensis, @. scabrosus, G. toxicus,
G silvae, G. lapillus, G. honu, G. jejuensis)
ICHZEIN TN D, EHIZ, 26 0H)»
HHT721C Fukuyoa B3 S, BIET
% 20 FliA& 8 2 DD Gambierdiscus J& &
Fukuyoa B\Z&EN TS5, BfE, v 7
ThEEKEFEE LTHMLN TS CTX
RPEEAT AL, FilclicoBEI Iz EoHp
® G. polynesiensis, F palulensis D 2 f&
Thd Y, VHTITHEORNFETH S
CTX X, RENAEHIZMA T, #EMA,
HERp ML bR EN TS, KRR
fombld, (1) AN A Lz
& ’%Tﬁﬁﬂ LT CTX BEAEM Lo/ Mg
BAE (2) CTXHAZEHE LB D
A 2@ o giEgIc Ly CTX #Ex
HHETHZLICEIVEES LN TND,
2) b LBl ot En-Ha D
b RTREME:
BIECTHRE LTV T 7 HEFEH T
X, RNT 7= (I~ R) OFfRINEBRE LT
LR AP EHEHBRE SN TND, I
BT, BE L7 MAINE 0.05 MU/g D%



HLTWeZEN CTX EIEThHL~ Y
ARBRIC L RS N Y, 29 LIZHp
NG T A~ H T AZOMINCE CTX BE
s 22713H0, BbLZBAND
EENT-HAN CTX 26875V 2746
%o — . AXH (Oryzias latipis) DIRIZ
v R¥xvr (CTX3C) % 0.1-0.9 ppb @
BETRET D Z LICk 0 REREHPEIE
S, 1.0-9.0 ppb DR FE TIFBHZE 2R L5
WO TRy, o atansEb T
52 LITE D T ORI E A FITL TV
LA REMEDNRIE STV D P,

W E L, RER OB A TH 2 MO
7 Hh o~ X 7 s~ % ( Epinephelus
fuscoguttatus) & WD % ~ 1 A4 (FE
lanceolatus) X, WTHILHEMICLVED
NebnlanTiy, Lo CHEOE
HAZERTHHIEINC CTX 2 &1 2
UAZIFMENEEBZBND,

3) VAT T EADZHERE OB e

[ Report of the Expert Meeting on
Ciguatera Poisoning (2018)] 3 |2k % &
THIVETIZ 425 FELL EORNER S BT T
HEICB G L2 2 & BHE STV D A8,
REETIE, T T EHAORZHREIZE
T HRIRII 7o T, VT T mRDRHE
TR Dy W F R 2 R A B9 D AR 5E
IHRD TH L VAT T HMDOLHERED
HBNXNEECTH D Z D, REEICE
WCUHT THEME LTRESINZARED
HIZIX, Y7 7 HMORMHERENEENT
WD ATREPEITHEBR T & 220,

2019 FLIREIZ AR S I 7= 20 aa SC & 1
RULIcE A, VAT T HADRHAEIZH
T DML LR OP -T2 6, ZOFmTIT
£% &, 2016 FFITKEY 7 — Y U REBIHT
B ORZHER N S, ZOFITEHA
ELTHIRKTEBEHEIN TS Yellowtail
snapper (Ocyurus chrysurus) &> 777
HRELTEERHRBINLTWVD

Schoolmaster snapper (Lutjanus apodus)
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DEMRENEG ENTND Z N LNITR
Sl VAT T HEAOZHEROFREILT /
LRI L 0 ATz, F o, iR
FMERBRIZ L 0 | Yellowtail snapper 705
0.019 ppb DH VU ET > H hF¥ v (C-
CTX) MM SN0 LT, AHEREN
513 0.038 ppb @ C-CTX A iz,
LC/MS/MS (2L v, AaEalktnb C-CTX-
1 SN2 b, MREERBRO
BT C-CTX-1 E&EEZZ DD, AL
THE SN » DR SN =E I,
KE FDA OHA XL AL~ ThD 0.1
ppb C-CTX-1 eq.% F[E-»> TW 7z,

At% ., RO R FIENBRFE S K&
L. A& NI Z Ll LY v T T35
RO D MBI MR D CTX BEN
BHENEFNIHEZ 5 EBbnd,

4) T LER A YRR LI BRI TR S L
7o AR BOAE O TRk AT RENE

IHNETORMBICEART, BIEI N
FLREIC DWW T, fFEOHIZ CTX N E £ T
W AUIE T LT D ATREME IR TRV,
—F . BEWKIBALZAEREREEICLD
FHA DALY A7 (220 T O RLITMmD
THZRND KREIANT A 1O KRB EFE
N CHRIE S TW A &AL LT D
> 73F Almaco Jack (Seriola rivoliana) %
F =T — T TCHEB LIZEHRTIE.
Gambierdiscus 1 15 #8173 -3 T 142 Hika
| g BEFH OO FE C Y BZ A R B L T
HEEA D CTX HiTmShzanz &
MHEINTRY, v HT ZHHEIZB W T
bA—T =V TRE LB A DR
U A7 13 TR &R Tng 7,
fR B MR KIZIRA U 7oA s B I K D 8 TH A
DALY A 72OV T, N5 X
MHEETH Y . BERE T OMHWEITAE
T HAREMEIL D DAY, BIEAIZHNENETH
O AR A BB D ATRE MR IR <
AR DN FE A 2 FTREME IRV & B %
Hivd,
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% AR EEER S AT KL 0 IEE b L
TEEM L. £72 (2) fHIEFEICALEA R
DEH STV DIE0, O RA O
CBWTHERAESN TCWATEEE LY T
FBRANSMAERAORTHD L EINTRY,

NG OEBENEUNATHOILTWBER Y 1L,

CTXIZEVHF T DV A7 TR EEZEZ D
No, £l BRI o mgRb b 7
TIHmmEELLRES LT RNI LG
b, VAT THEOBEIImD TRWE S
25,
1) Ciguatoxin Test for Dragon-
Tiger  Grouper (Epinephelus
fucsoguttatus x E. lanceolatus)
Cultured in Tiwan, Department of
Food Science, National Taiwan
Ocean University, December 28,
2018 (BEMIA BRI S L2 EEL
2) BEATHEREZ B S REEY
HEERBRIT 2022 45 10 H 28 A#E
BEI DI S &k
3) Report of the Expert Meeting on
Ciguatera Poisoning, FAO/WHO
Food Safety and Quality Series,
2018.
4) Am. J. Trop. Med. Hyg., 73(6),
2005, 1026-1027
5) Toxicon 37, 1999, 1827-1832
6) J. Mar. Sci. Eng. 2019, 7, 105

d0i:10.3390/jmse70401054)

7)  Journal of the World
Aquaculture Society, 41(1), 2010,
61-70
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AR EN T LTV D 2 ERH S MR-
Too AAERZEEE 2. IEEELIRRIL, MRS
OB EHLNCT L TFETH D,



T 77 OMEREICBWNTIE, RIT T
T TCHRICELTW 2 LTHHEREY 7
(270 5 & AZHERE T O A FE AL DM E D3k
S, ARICHES RN ERALNTR -
oo ZOZEMO M7 7D, T 7
7L ORI, TRTHEERRICHE S e
TR RE LB, ZOModRE
7 7V, RIEEALNE L7 7R OAEL D
e, TOEFEOWEEZTHRNTND G
DOEBLND, L ORBIMAFTTET, Al
BHENTERD ST, a7 T DR
BOMEREIZ DWW TIERBHE 2 o L TartT L,
K. W& ATREMEIC D W TR 5 433
b5b,

E-2. EEMICZYEIFTEMI N7 LC-
MS/MS (£ & 5 BN E BEREEORESL

vl - WAL G O R X T HA B LOF
O K H¥E (Gt 548 Fifk) % HILIC-
MS/MS T/t L. MBA IZ X > TRO7-%
J1E MM~ T, £ oRE5R, HILIC-
MS/MS TRk 7-#15H75 711X MBA TR
=B ORPESTEE TH Y | 2021 4 & [H
RO ZRBDT=, LnL, 2022 FFEITE
O A HEHBELBEL, T MBA &
B LW —H A R Lo D, RET
HARFEORBETHL Z ERH LN -
7o MWiF¥E (MBA & HILIC-MS/MS) D
B Y SY/RE [ AU P Rl D QN S =Y A |
W) C&H 5 M-toxins DFENE 2 Hivi-, M-
toxins O EMEZMIREL (TEF) 13K & #E
EZINTWABMN, M-toxins D] DE|T
DWTHIRGET HLERH D,

FrEWE CTHDH STX O HFHHIZTHWN
Tl ERDR MR SRR 5 6 2 F
BNE (~85%) =8, ERERRZ W
HE0H STX ZObOZHWTERL
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B3 % 1-1 FBHMEMOEMRL —FHHED LC-MS/MS RIESRM: (HE8 A)

LC Exion LC AD (Sciex)
MS/MS Triple Quad 5500+ - QTRAP Activated (Sciex)
Column Raptor C18 (2.1x150 mm, 2.7 ym) (Restek)
. Solvent A 5 mM aqueous ammonium formate solution containing 0.1% formic acid
Mobile phase
Solvent B Acetonitrile

Gradient method % of solvent B

2%(0 min)—90%(11 min, 1 min hold) —2%(12.1 min) —2%(20 min)

Flow rate (mL/min) 0.3
Column temperature (°C) 40
Injection volume (uL) 5
Parameter™\ Porarity ESI(+)
Curtain gas (psi) 30
Collission gas (psi) 9
lon Spray Voltage(V) 5000
Temperature (°C) 300
lon Source Gas1 (psi) 60
lon Source Gas2 (psi) 60

B3 £ 1-2 AEWYOERD SRM FF Vv a &t (BEA)

RT DP CE CXP
No. Compound name ) Q1 Q3
P (min) v v W
304.0 138.0 87 26 10
1 Scopolamine 3.4
304.0 156.0 87 21 10
290.2 124.2 110 30 5
2 Atropine 3.9
290.2 93.0 110 35 7
ig  Scopolamine-d3 34 3072  159.1 94 23 14

(Internal standard)
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B3 % 1-3 6 #BIic L 2 RBRERHILFRER D LC-MS/MS HIE &4
Laboratory A B D F | J
Manufacturer Sciex Shimadzu Shimadzu Waters Sciex Shimadzu
LC -
Instrument Exion LC AD Nexera X2 Prominence 20A ACQUIQ;;JSPLC H Exion LC AD Prominence 20A
MS/MS Manufacturer Sciex Shimadzu Sciex Waters Sciex Sciex
Instrument Triple Quad 5500+ 8050 3200QTRAP Xevo TQ-S micro Triple Quad 5500+ 3200QTRAP
Raptor C18
Column
2.1%x150 mm, 2.7 ym
Solvent A 5 mMaqueous ammonium formate solution containing 0.1% formic acid
Mobile phase .
Solvent B Acetonitrile
(ri::fhizzt % of solvent B 2%(0 min)—90%(11 min, 1 min hold) —2%(12.1 min) —2%(20 min)
Flow rate (mL/min) 0.3
Column temperature (°C) 40
Injection volume (L) 5
Precursor ion Atropine 290
(m/z) Scopolamine 304
Quantifier ion Atropine 124
(m/z) Scopolamine 138
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— *A%/—L

0

— X%/—)L

i H R &

%o

B

5 g(50 mLE LR E)

— 10%(w/v)TCA10 mL

10 mL
REDFAX, 2min

GRILEEXE D50 mLOIZRETINA TEREGER)
=D B (ER, 2,000 g, 5 min)
(EEE50 mMLARTSRAOAN)

— A% /—)LEMMAZT50 mLIZER

Captiva EMR-Lipid, 3 mL, 300 mg

WM &2 mLE AT

EDSEE (B3R, 1,000%g, 1 min)

BHREETS

WM& mLEAT

EDSEE (B3R, 1,000%g, 1 min)

BHREES (10 mLASARZEDEERE)
— KEMZTI0 mMLIZER*

0.01 g sample/mL
(FEHREFHTTRAEINATIL)

* RERREE AN 2 B 53210 ng/mLD ASZEEFREHPLCO F — b 75—T5 nLHEA
(FHEAD HEEN I HPLCD 358 (3 TE B #1100 ng/mLD A EP1E T RE1 mLAID

B3 Scheme 1 B HEEYOBRLT —FSHE BILEERET 0 —

41



B3 £2-1 FHEZDZOHERD —FHITE 1 ® LC-MS/MS HIESRMH

Laboratory ©) @ ® @ ® ®
Manufacturer Sciex Sciex Sciex Shimadzu Sciex Waters
LC Instrument Exion LC AD Exion LC AD Exion LC AD Prominence 20A Exion LC AC ACQU'TYP‘IJL';LC | Class
MS/MS Manufacturer Sciex Sciex Sciex Sciex Sciex Waters
Instrument Triple Quad 5500+ Triple Quad 5500+ Triple Quad 5500+ 4000QTRAP QTRAP4500 Xevo TQ-XS
Calumn Xbridge Shield RP18 (Waters)
2.1%150 mm, 3.5 ym
Mobile phase Solvent A 0.05% formic acid
Solvent B Methanol
Gradient method | % of solvent B 10%(0 min) — 100%(10 min, 2 min hold) —10%(12.1 min) — 10%(20 min)
Flow rate (mL/min) 0.2
Column temperature (°C)
Injection volume (uL) 5 2
Parameter\ Porarity ESI (+)/(-) ESI (+)/(-) ESI (+)/(-) ESI (+)
Curtain gas (psi) 30/30 20/20 20 -
Collission gas (psi) 9/9 777 6/7 -
lon Spray Voltage(V) 5000/-4500 5000/-4500 5500/-4500 —
Temperature (°C) 300/300 300 300/300 -
lon Source Gas1 (psi) 60/60 60 50/50 -
lon Source Gas2 (psi) 60/60 60 80/80 -
Capillary (kV) - - — 0.5
Source Offset(V) - - - 30
Source Temperature (°C) - - - 150
Desolvation Temperature (°C) - - - 600
Cone Gas Flow (L/hr) - - - 200
Desolvation Gas Flow (L/hr) - - - 1000
Collission Gas Flow (mL/min) — - - 0.17
— — - 7

Nebuliser Gas Flow (bar)

*Laboratory No.3 also used ACQUITY UPLC System (Waters)- API4000 (Sciex) under the same condition above.
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B3 %22 ABEDZDERS—FHNELIDOSRM FForYvay (BEOKTVO)

RT ESI DP CE CXP
No. Compound name ) Q1 Q3 Internal Standard
P (min)  (+/-) v) v) v)
] Cyclopropylacethyl-(R )- 35 N 244.3 85.1 46 29 14 Isovalelylacetyl-
carnitine ' 2443 185.0 46 19 10 carnitine-d9
" 917.3 899.4 -125 -38 -21 . )
2 a-Amanitin 5.0 - Virginiamycin B
917.3 917.5 -125 -8 -19
» 918.3 900.5 -135 -42 -21 o .
3 B-Amanitin 5.4 - Virginiamycin B
918.3 918.5 -135 -10 -23
) 265.1 217.2 31 13 14 o )
4 lludin S 5.4 + Virginiamycin B
265.1 247.2 31 11 14
» 901.4 883.5 -140 -38 -15 . )
5 y-Amanitin 5.5 - Virginiamycin B
901.4 901.5 -140 -8 -19
o 787.3 743.4 -145 -44 -1 o .
6 Phalloidin 6.8 - Virginiamycin B
787.3 787.5 -145 -10 -13
337.3 219.0 -35 -12 -15 "_Bj -
7 Ustalic acid 8.5 - 2.2-Bipheny!
337.3 117.0 -35 -32 9 carboxylic acid
529.4 231.3 81 25 12 i -
8 Satratoxin H 8.8 + Diacetoxy
529.4 245.2 81 23 14 scirpenol
Satratoxin H 613.3 245.3 61 25 14 Diacetoxy-
9 o 10.0 + ;
12', 13-diacetate 613.3 217.3 61 43 12 scirpenol
151 Isovalelylacetyl- 40 + 255.3 85.1 51 31 14
carnitine-d9
IS2 Diacetoxy- 7.4 + 3842 3072 56 17 18
scirpenol
IS3 2.2-Bipheny!- 7.9 - 2409 1532 -45 22 -1
carboxylic acid
o ) + 867.4 663.4 106 37 22
1S4 Virginiamycin B 9.3
- 865.3 177.2 -120 -58 -3

B3 %23 ABEDZOERG—FHHIELIDOSRM FF7orvvay (HEG)

RT ESI
No. Compound name (min) (+1-) Q1 Q3 Cone (V) Coll (eV) Internal Standard
4 Cyclopropylacethyl-(R)- 35 N 244.3 85.1 20 20 Isovalelylacetyl-
carnitine ' 2443 185.0 20 10 carnitine-d9
-~ 919.6 86.2 50 60 . )
2 a-Amanitin 5.0 + Virginiamycin B
919.6 919.6 50 20
" 920.6 86.3 40 60 o )
3 B-Amanitin 54 + Virginiamycin B
920.6 920.6 40 30
) 265.0 95.0 15 10 . .
4 llludin S 5.4 + Virginiamycin B
265.1 217.2 15 10
» 903.5 86.1 50 50 . .
5 y-Amanitin 5.5 + Virginiamycin B
903.5 903.5 50 10
. 789.3 86.2 50 50 o )
6 Phalloidin 6.8 + Virginiamycin B
789.3 753.3 50 20
529.4 231.3 50 30 i -
7 Satratoxin H 8.8 + Dgcetoxy
529.4 245.2 50 20 scirpenol
IS1 Isovalelylacetyl- 35 - 2553 851 30 20
carnitine-d9
Diacetoxy-
1S2 . 7.3 + 384.2 105 20 30
scirpenol
1S3 Virginiamycin B 9.5 + 867.4 134 40 30
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# # 5 g(50 mLizEIDERRE)

— 10%(w/v)TCA10 mL
— A%/—)L10 mL

W oH REDSFAX, 2 min

— *8/—)L
(RILERE D50 mLORIRE THNZ TERELEM)

=D B (R, 2,000x g, 5 min)
(EFE50 mMLARTSRaAN)
— AR/—)LEMMAT50 mLIZER

B &

m A Captiva EMR-Lipid, 3 mL, 300 mg

HH &2 mLE AR
=D B (FE, 1,000 g, 1 min)
BHRBREERTS
HH &I mLEER
=D B (FR, 1,000x g, 1 min)
BHRERED (10 mMLASAEEDEERE)
«— 100 ng/mLATZREREEFR*
— 60% A2/ —)LEMAT

10 mLIZER (#ED~Q)
5mLICER (HED~®)

= B2 A R 0.01 g sample/mL (#BID~®)
0.02 g sample/mL (#E@~®)
(REENIBEFAHSTTAB/NATIV)

*10MLICEBTD B E: 1 mLAEN
S5mLICEBDHE:0.5mLAEN

B3 Scheme 2 AH/BE DI DOEHEL —FoWIEL ATLERIET v —
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B3 &6 RBREMEFRRRDOI FATIT (BKRKEDHTA RFA b IE

ML 1 mg/kg
LOD = 0.1 mg/kg (=ML-1/10)
LOQ =< 0.2 mg/kg (=ML-1/5)
Unit Recovery% RSD% | RSDr%
Recovery =100 mg/kg 90~107 =53 =16
Repeatability = 10 mg/kg 80~110 =73 =22
Reproducibility [~ 4 mgkg | 80~110 =11 =32

HorRat value = 2

ML: the specified levels (maximum and/or minimum) RSD,: Repeatability
LOD: Limit of detection RSDg: Reproducibility
LOQ: Limit of quantification
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B3 £31 AHEXDOZOERS —FFIE2 O LC-MS/MS Al E &4

MS/MS I riple Quad 5500+ - Q1 RAP Activated (Sciex)
Column Luna Omega Polar C18 (2.1x150 mm, 1.6 um) (Phenomenex)
X Solvent A 0.1% Formic acid
Mobile phase
Solvent B 0.1% Formic acid in acetonitrile

Gradient method

% of solvent B

2%(0 min)—10%(1 min) —30%(11 min)—95%(11.1-13 min) —2%(13.1-18 min)

Flow rate (mL/min) 0.4
Column temperature (°C) 35
Injection volume (uL) 5
Parameter\ Porarity ESI(+)
Curtain gas (psi) 30
Collission gas (psi) 9
lon Spray Voltage(V) 5000
Temperature (°C) 600
lon Source Gas1 (psi) 60
lon Source Gas2 (psi) 60

B3 £32 AHEDODZIOEBRG—FOWIE2OSRM FF7 vy ayv

No. Compound name (rlzi-:—w) Q1 Q3 I(DV'; ?VE) C(é;’
1 Muscarin 2.2 1;2 i; g;l 2; 160
2 Ibotenic acid 3.4 ggg 1:; gg 38 18
3 Muscimol 4.1 322 1:615 38 38 18
4 Propargylglycine 4.9 ;22 1:; 38 :;8 18
5 Allylglycine 5.8 ggg 1:; gg 38 18
IS MTY (Internal standard) 9.2 222:1 1:; 38 38 18
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B2 oM | 59(50 mL PP EARE)

< 10 pg/mLAEIREMTY)E%0.5 mL
— 10%(w/v)TCA10 mL
— A%2/—)L10 mL

W oH REDFA4X, 2 min

— A%/—)L GEIDEERE D35 mLDZHRE THA TERELER)
=L B (FIR, 2,000% g, 5 min)
FEH50 mLAR TSR

% &

— A%/—)L15 mLZEMZ TR
=D B (R, 2,000 g, 5 min)
FEHE50 mLAR TSRO~

—— AR/ —I)LZEMATS0 mLIZER

&

L Captiva EMR-Lipid, 3 mL, 300 mg

&2 mLEER
IS BE (B35, 1,000x g, 1 min)
BHRERTS

W1 mLEER
=D B (EE, 1,000xg, 1 min)

RHEERD
%
BEAL SRH100 uL (2 ML B HIEE H A SRW AT L)

— [E5E R &R 300 pLZEMA TR
— AQCERFER&* (3 mg/mL7Er=FJILiB&R) 100 uL ZMNZA TR

m g 55°C, 10 min(R4") 2 —F v T THEH) **
— 7K500 uLZE iz CEH
HEBA R 0.01 g sample/mL

*APDSA4 Ja—RAIFSBEER(EL I74/L LHNMME, 019-23151)%EH

**AccQ-Tag™ Ultra Derivatization Kit (Waters, Part#. 186003836) % i F8
AccQTag™ Ultra-2A (Reagent powder, 3 mg)iZAccQTag™ Ultra-2B 7z~ =+'JJL100%%1 mLAN T1 o BB S IHTIFR

XA TILETILITOVIIC AN TN
B3 Scheme 3 AHEDZDHERLD —FoONIE2 FilEBIET 0 —
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C-1 Table.1 MfE 7 7 2B H K5I DS

B (MU/g) BRiEH deimE AR =) RPE FER RN
FS5T7 x2S 26 1.6-14.8 0.9-72.9 0.5 0.0-41.7
BC: (b5 7 x=27 )X 575 17 1.7 0.0-0.8 0.0-5.0
BC: (F3 7 xa27 )X 572 1 57.6

T2 7 I xavgA475 41 2.9 2.1-125.5  0.2-5.0 9.4-45.6

BC: (T2 x¥av¥A) x ¥avdq 9 0.1-85.2 14.3

BC: (¥ x¥av¥A) x I275 2 5.6-27.7

I 7 x=275 2 23.2 35.0

BC: (e x=w7%) x<%7 1 33.2

QAEX 7 xavYA475 4 3.8-231.6

aA¥Y7Y 2 9.4 320.8

%7 10 1.0-21.4 9.0 14.4-31.6
savygq475 6 2.6 6.9-32.2

EE 4 3 0.7-0.9

r575 5 4.4 0.2-1.1

B (MU/g) RFHR deiEE FREER = RPE FER WHR)NR
FS57 x2S 26 0.0-3.9 0.2-4.6 0.4 0.0-10.6
BC: (b5 7 x27 )X 572 17 0.1 0.0-0.3 0.0-0.7
BC: (FZ3 75 xa= 7)< b575 1 1.1

A= 70xvavv47275 41 2.0 0.0-6.6 0.2 2.2-12.7

BC: (e x>avddS) x avbAa 9 0.0-6.9 2.6

BC: (T2 x>av¥AS) x I=w75 2 0.0

I 7 x=275 2 6.0 0.3

BC: (T=x=7%) x=74 1 0.0

QX7 xavY(475 4 0.0-0.9

aA¥Y7Y 2 0.0 71.7

%77 10 0.0-3.0 0.7 1.8-7.8
savgA47Y 6 1.0 0.0-7.1

EE a4 3 0.0-0.2

r575 5 0.0 0.0-0.4

¥wHE (Mu/g) RiEH dbimE FREER = RIPR FER MR
FS7 x2S 19 0.0-2.7 0.2-3.6 1.7 0.0-5.3
BC: (b5 7 %x=27 )X +575 10 0.1 0.0 0.0-2.1
BC: (b5 70 XTR7 )X 575 0
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C-2 Table.1 ZYMEREMOREFR (B THRI X OVE & T IR)
dilution Solvent Matrix (scallop) Matrix (mussel) Cmem_ Cmem_
(Codex) (Codex) 2
Analyte LOQ LOD LOQ LOD LOQ LOD LOQ LOD LOQ LOD
(Molecular weight, g/mol) (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) (nmol/L) (mg/kg) (mg/kg)
deSTX 256.26 14.5 5.0 22.3 5.2 18.6 5.6 78.0 39.0 0.02 0.01
GTX1 411.4 7.7 2.5 7.4 1.9 9.9 3.0 48.6 24.3 0.02 0.01
GTX2 395.4 4.3 1.3 3.7 1.1 3.4 1.0 151.7 75.9 0.06 0.03
GTX3 395.4 9.9 3.2 9.7 3.2 12.7 2.9 151.7 75.9 0.06 0.03
GTX4 411.4 3.4 1.0 3.4 0.8 3.4 1.6 48.6 24.3 0.02 0.01
GTX5 379.35 3.6 1.4 4.8 1.2 4.4 0.9 158.2 79.1 0.06 0.03
GTX6 395.35 2.5 0.8 11.8 3.6 5.9 2.2 151.8 75.9 0.06 0.03
dcGTX2 352.3 17.1 2.6 25.8 6.4 27.8 8.3 170.3 85.2 0.06 0.03
dcGTX3 352.3 2.9 1.0 5.1 1.1 3.3 1.0 170.3 85.2 0.06 0.03
C1 475.4 4.3 1.3 6.4 1.9 10.4 3.1 126.2 63.1 0.06 0.03
C2 475.4 3.6 1.2 4.4 1.3 12.2 3.3 126.2 63.1 0.06 0.03
TTX 319.27 2.3 1.1 7.9 3.1 3.1 1.5 (not set) (not set) (not set) (not set)

LOQ (Limit of quantification) : s/n =10, LOD (Limit of detection) : s/n=3

*1 Codex OVEREHIMETIE, A FHSr D LOD i LU LOQ fEAS mgkg TRLIANLTWNWD, &
EZLLT, 2L, Lo T, mgkg 75 nmol/L ~DOEHIL, IROFHEB D L 21217
T2 FTo. MOFRS S FERICHEH LT,

) dcSTX ® LOD i, 0.01 (mg/kg) = 256.26 (z/mol) X 1,000,000 * 39.0 (nmol/L)

K-F 157 @ Molecular weight fE (g/mol) (X, National Research Council Canada ¥4 i )& D
WICEIC L D,
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C-2 Table.2 2 SPERHEORER (B TIRES & OE & TIR)

dilution Solvent Matrix (scallop) Matrix (mussel) Criteria Criteria
(Codex) (Codex)
Analyte LOQ LOD LOQ LOD LOQ LOD LOQ LOD LOQ LOD
(Molecular weight, g/mol) | (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) | (nmol/L) (mg/kg) (mg/kg)
deSTX 256.26 14.5 5.0 22.3 5.2 18.6 5.6 78.0 39.0 0.02 0.01
GTX1 411.4 7.7 2.5 7.4 1.9 9.9 3.0 48.6 24.3 0.02 0.01
GTX2 395.4 4.3 1.3 3.7 1.1 3.4 1.0 151.7 75.9 0.06 0.03
GTX3 395.4 9.9 3.2 9.7 3.2 12.7 2.9 151.7 75.9 0.06 0.03
GTX4 411.4 3.4 1.0 3.4 0.8 3.4 1.6 48.6 24.3 0.02 0.01
GTX5 379.35 3.6 1.4 4.8 1.2 4.4 0.9 158.2 79.1 0.06 0.03
GTX6 395.35 2.5 0.8 11.8 3.6 5.9 2.2 151.8 75.9 0.06 0.03
dcGTX2 352.3 17.1 2.6 25.8 6.4 27.8 8.3 170.3 85.2 0.06 0.03
dcGTX3 352.3 2.9 1.0 5.1 1.1 3.3 1.0 170.3 85.2 0.06 0.03
C1 475.4 4.3 1.3 6.4 1.9 10.4 3.1 126.2 63.1 0.06 0.03
C2 475.4 3.6 1.2 4.4 1.3 12.2 3.3 126.2 63.1 0.06 0.03
TTX 319.27 2.3 L1 7.9 3.1 3.1 15 (nm'seo (not'set) (not'set) (not'set)

LOQ (Limit of quantification) : s/n =10, LOD (Limit of detection) : s/n=3

*1 Codex OYEREHINETIL, A AT D LOD fEE LUV LOQ 2 mg/kg TREIANL TS, &
ZL LT, 2@ LT, Lo T, mgkg 7D nmol/L ~DZEHT, IROFHEFD X 51247 -
7o FElo, OB b RERICE M Lz,

51y deSTX @ LOD fi, 0.01 (mg/kg) ~+ 256.26 (g/mol) X 1,000,000 = 39.0 (nmol/L)

K-F A7 @ Molecular weight i (g/mol) X, National Research Council Canada &% i )@ D
WICEIT L D,
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C-2 Table.3 ZHMFHHFEROFE R (BUR, HMTHE)

Result of validation study (Low concentration)

Calibration curve Calibration curve Calibration curve .
Criteria (Codex)
(solvent) (scallop) (mussel)
Analyte
Trueness RSDr RSDwr Trueness RSDr RSDwr Trueness RSDr RSDwr Trueness RSDwr
(%) (%) (%) (%) (%) (%) (%) (%) (%) (%) (%)
deSTX 90.1 12.2 12.3 69.4 7.3 8.9 90.3 5.9 7.9 50-130 = 44
GTX1 93.0 8.6 10.1 101.7 7.4 9.1 76.9 10.4 14.8 50-130 = 44
GTX2 105.1 7.2 9.5 95.0 4.9 8.6 88.0 4.4 6.3 50-130 = 38
GTX3 97.2 5.5 8.6 85.2 11.1 14.9 80.8 5.6 5.8 50-130 = 38
GTX4 105.3 12.2 15.0 99.5 8.7 12.7 80.0 7.7 12.9 50-130 = 44
GTX5 95.3 6.8 10.3 91.8 10.2 10.3 85.0 2.9 13.8 50-130 = 38
GTX6 88.7 5.5 14.0 101.8 11.7 15.3 83.4 13.1 15.2 50-130 = 38
dcGTX2 103.8 8.5 10.6 87.0 13.1 18.3 93.2 8.7 9.9 50-130 = 38
deGTX3 91.4 7.9 18.5 96.6 8.8 10.4 84.9 3.4 12.5 50-130 = 38
C1 91.8 13.3 14.5 98.0 5.1 8.9 83.5 4.0 7.8 50-130 = 38
Cc2 79.2 10.6 11.4 100.1 9.6 16.9 69.2 10.8 11.0 50-130 = 38
TTX 38.2 9.3 22.1 74.0 13.2 17.9 49.7 11.6 16.5

Result of validation study (High concentration)

Calibration curve Calibration curve Calibration curve L.
Criteria (Codex)
(solvent) (scallop) (mussel)
Analyte
Trueness RSDr RSDwr Trueness RSDr RSDwr Trueness RSDr RSDwr Trueness RSDwr
(%) (%) (%) (%) (%) (%) (%) (%) (%) (%) (%)
deSTX 81.9 9.3 12.6 81.7 10.0 21.0 73.8 9.2 10.7 50-130 = 44
GTX1 79.9 6.1 16.7 90.7 7.5 21.1 66.3 6.9 19.0 50-130 = 44
GTX2 95.3 4.2 13.6 101.8 3.5 6.6 81.3 3.7 22.8 50-130 = 38
GTX3 83.3 4.3 13.6 91.0 3.5 9.9 69.7 3.2 23.3 50-130 = 38
GTX4 86.0 6.1 13.8 98.8 12.5 14.8 72.9 12.1 25.4 50-130 = 44
GTX5 83.8 5.3 9.4 89.3 6.7 17.2 70.7 6.0 24.6 50-130 = 38
GTX6 78.4 9.0 14.3 95.6 6.4 11.1 65.6 6.6 30.2 50-130 = 38
dcGTX2 88.8 8.0 9.6 87.3 9.5 24.7 84.7 5.6 29.7 50-130 = 38
deGTX3 78.7 3.6 4.6 90.5 6.4 16.7 69.4 3.2 25.0 50-130 = 38
C1 78.3 15.0 24.1 94.0 7.9 24.4 70.4 8.1 10.5 50-130 = 38
(o 80.4 7.1 14.6 95.0 9.9 18.0 66.1 7.9 22.6 50-130 = 38
TTX 27.3 19.4 21.4 57.8 26.7 30.7 34.7 21.8 28.7

RSDr : Relative standard deviation (Repeatability) , RSDwr : Relative standard deviation (Within-laboratory
reproducibility)
Shaded texts : Trueness (%) = 50, - : Not set
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C-3 & 41 HEMEM (7 but'y) O 6B L HRREMIEFRRROKR

A 108 110 57.6 59.8
B 91.9 89.4 52.4 56.1
D 90.3 84.2 53.9 54.0
F 103 107 63.5 65.7
| 96.3 93.9 51.4 50.8
J 80.1 76.1 46.3 44.9
Mean (mg/kg) 94.2 54.7
Mean recovery (%) 88.0 93.2
Outlier (Cochran parameters) 0 0
Outlier (single Grubbs parameters) 0 0
Outlier (paired Grubbs parameters) 0 0
Repeatability relative SD [RSDr, %] 2.8 2.7
Reproducibility relative SD [RSDR, %] 12.3 12.0
Predicted reproducibility relative SD [PRSDR, %] 8.1 8.8
HorRat 1.5 14

C-3% 42 FHFEYM (RaRFIV) @ 6#EICKIHRBREFMILFAAROER

A 2.68 2.51 5.65 5.77
B 2.28 2.23 5.17 5.11
D 2.16 1.94 4.82 4.52
F 2.49 2.38 5.54 5.55
I 2.54 248 5.43 5.57
J 2.09 1.97 4.94 4.75
Mean (mg/kg) 2.31 5.24
Mean recovery (%) 83.8 83.5
Outlier (Cochran parameters) 0 0
Outlier (single Grubbs parameters) 0 0
Outlier (paired Grubbs parameters) 0 0
Repeatability relative SD [RSDr, %] 4.2 22
Reproducibility relative SD [RSDR, %] 10.7 8.1
Predicted reproducibility relative SD [PRSDR, %] 141 12.5
HorRat 0.8 0.7
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Intensity, cps

Intensity, cps

1.0e6
9.0e5
8.0e5
7.0e5
6.0e5
5.0e5
4.0e5
3.0e5
2.0e5
1.0e5

8.0e5
7.0e5
6.0e5
5.0e5
4.0e5
3.0e5
2.0e5
1.0e5

BEAR A o ESI
1 INLIIV-(R)
20 ng/mL HIV=F>-d9 SPEhEY ( + )
2RI =)
6.0e4 s
D ninll) 5.0e4 —VZ7| HRShEIUH
7EFI-(R)- o HUVB) 127,17 -
AV=FY N ' FRSk UptET—h
3.0e4) 1)L 0S jF:?H /
2.0e4 Vs
1.0e4 A \jk
O5 6 7 8 9 10 11
L L A
1 2 3 4 5 6 7 8 9 10 11 12
AR ESI
(+)
6.0e4
5.0e4
4.0e4
3.0e4
2.0e4
1.0e4
“) . Ny
5 6 7 8 9 10 11
Mo . A A
1 2 3 4 5 6 7 8 9 10 11 12

C-3X1 ABXDZDERS—FONIEL

Time, min

1.8e4
1.6e4
1.4e4
1.2e4
1.0e4
8000
6000
4000
2000

1.8e4
1.6e4
1.4e4
1.2e4
1.0e4
8000
6000
4000
2000

RN i%)b'fr\zg“' 2o ESI
20 ng/mL / (—)
JrO49Y
_77_ =
L }“\ N—=T=7
a-FPR=FY w8
AN
B-PR_F
| i Wl
1 2 3 4 5 6 7 8 9 10 1 12
iy Iy ESI
17 2 3 4 5 6 7 8 9 10 1 12

Time, min

WHEREL : > A %7 IR © 1 mg/kg, A% : 0.02 g sample/mL
fif Fikg%s : ACQUITY UPLC System (Waters) —API4000 (Sciex)

SRM 7 u~ 77, (BEO®, EEFTFVVVaY)



(R)$3ME

120
N EMRERESY
o REMEBERIERL
100
T L
80 I ik I | == |
-
60 —
89.4].
A 82.6 22 84.5 L 82.0
40 » | B
68.9| 68.8
20 —
O 1 5 1 L | ) | | L} | ) § | 1 1 2 i 1
voO70OEN  AVIUS  HESEEYUH YRSMEUUH q-PYSFY  B-PRZFY  v-PRZFY  TPOAIY URIE
FEFI-(R)- (n=5) (n=3)  12',13'-97  (n=5) (n=5) (n=5) (n=5) (n=3)
TIW=F2(n=5) 7—k=3)

C-3X2 AHEXDZIDOERS—FRITEL

E—RBREICRIT 2 RMEIEBROMBE B, #kt: 15 77)

WINERE : 2mglkg (A VYV S, a7 ~=F o, BT~=F, yvT~=F), Imgkg (7o’ r7vFL-(R)-h)L=F
v, ZyuAYr, YT RFVUH, BRI RV H12,13-Y 78T —F) . 0.5 mgkg (7 A X LER)
i HEEZR : ACQUITY UPLC System (Waters) —API4000 (Sciex)
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Quantifier

+ @ Shitake BL- Cyclo. . (sample Index 3)  + @ Shitake BL- Illusi._. (sample Index: 3)  + @ Shitake BL - Satra. .. (sample Index: 3) oosm.uu a-Am...(sample Index: 3)  + @ Shitake BL-b-Am...(sample Index: 3)  + @ Shitake BL- g-Am. . (sampleIndex: 3)  + @ Shitake BL - Fhall. . (sample Index: 5)
Arca:8.587c4, Hei. 263, RT: 362min Arca: N/A, Height: N/A RT: NAmin Area: NIA. Height: N/A RT: NiA min Area:5.234¢3. Hei..6e2. RT:569mn Arca: 1.522¢3, Hei..1e2. RT-6.19min Arca: N/A. Height: N/A RT: NAmin Area: N/A. Height: N/A RT: NAmin
4 1.1e5
12000 5000 9000
40e5 11000 %00 8000 1.0e5
355 e " 2500 4000 7000 St
0es . 15000 800
3 ot / — - 6000 706
I i o i i { |- |
= 208 2 3 o 2 W 2 : a0 50w
oy i 200 408
1565 wod. s 1000 a9 30e¢
1065 30004 5000 1000 2000
2000 500 5685 2084
| o Do - e
0.0e0 & o.*q?—__:_f’_ 04 0l 0 [y B0 ey
30 3% 20 60 85 95 50 5% 60 55 68 65 55 60 65 65 70 ¥75 80
Time. min Time, min Time. min Time. min Time, min Time. min Time. min
+.9-uhk02 -1~ Cycl (samgple Index: 9) ooshnhkel -1~ Illus ~(l-d- 9 +.§-iil-l|2 -1- Satr... (I.ldnih’) 0.9&“‘!02 -1-a-A. . (sample Index: 9) Shiitake 2-1-b-A. + @ Shiitake 2-1- g-A. . (samgle Index: 9) .Shnhkel 1- Phal.. (samgple Index: 9)
3.830c6. Hei.. 165, RT- 356 min S RT567mn  Arca: 15805 Hei 504, KT. 90 mn Arca:3.078¢4. Hei. .1e3 RT:560mn Arca:5 32164, Hei. 8e3 RT-606min  * Arca:8 261e4. Hei...0c3. RT: 6 12 min ea:2.961¢5, Hei.. 304, RT- 727 mn
M ass6 12000 5000 900 e
! 20000 200
6056 1
4065 11000 5605 800 6116 o
10000 906t
3565 ; 9.006 2500 7000
bt 15000 8004
3065
2000 200 6000 708t
} { i i i = i
S 20e5 = £ 1000 £ om0 3 3 a0 2 50e
B B i B B B B B 4084
1565 1000 3000 2004 721
1.0e5 5000 2000
0 2004
5004 1000 Y W) Y
00%0 AN ol 0 - 0l 0 0000 LA
30 3% 20 85 B 95 50 5% 60 55 6F 65 55 6 65 65 70 ¥75 80
Time. min Time, min Time, min Time, min Time. min Time, min
1-.10 Cyclowwyl-n _sample Index: 22) +.|0 NlusinS1(U... (sample Index: 22) v.‘ﬂ Satratoxin H ... (sample Index: 22) -0.‘0 a-Amanitin 1. (sample Index 22)  + @ 10-b-Amanitin 1...(sample Index: 22) t.‘ﬂ g-Amanitin 1 .. (samgle Index 22)  + @ 10- Phalloidin 1(... (sample Index: 22)
ea:3.865¢6, Hei.. 8¢5, RT- 354 min ea:5.283¢4. Hei.. 8e3, RT- 567 min ea:1.679¢5, Hei.. 304, RT: 900 min €2:2.838e4, Hei.. 73, RT-557min Area: 5.857e4. Hei... 2¢3, RT- 6.0 min €a:9.258¢4, Hei.. 7e3.RT-6.11min Area: 3.280¢5, Hei... 208, RT: 7.26 mn
45e5 3541 12000 %000 8107 1165
; 20000 200 5000 6051
4065 11000 T 200 1.0e5
. 10000 o0 N 90
2000 A 250 000 7000 Sous
30e5 8000 2000 6000 7.0e4
j = ] B g ] y - j - | o
2 208 H 5670 s g 0 z w00 £ 50
2000 406t
1565 3000 7264
1.0¢5 “ st
- 1000 08 200
500t 1000 P »
00e0 - 0 S ol 0 S0 00e0
30 3% 40 85 ® 95 50 5% 60 55 68 65 55 6 65 65 70 ¥75 80
Time. min Time. min Time. min Time, min Time. min Time, min
CPAC llusin S Satratoxin H o-Amanitin B-Amanitin y-Amanitin Phalloidin

Quantifier m/z244.3>851 m/z265.1>217.2 m/z529.4>231.3 m/z917.3>899.4 m/z918.3>900.3 m/z901.4>883.5 m/z787.3>743.4
Qualifier  m/z244.3>185.0 m/z265.1>247.2 m/z529.4>245.2 m/z917.3>865.5 m/z918.3>205.2 m/z901.4>241.0 m/z787.3>787.5

C3R3 AHREZDZDOEBMI—FHAHIEL SRM7u~< 77 BEO)
(BBt : v A %% BL, HE: A X7 1 mglkg, FEB: : ¥R 10 ng/mL)
i %25 : Exion LC AD (Sciex)—5500+ QTRAP Activated (Sciex)
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C-3% 51 AEEDIDOEMH—FOMEL D 6 #EEIC L 5RREMIFRBRBROMR- 4 7 S HMEGRAER (RINERE : 1 mg/kg)

CPAC llludin S Satratoxin H a-Amanitin B-Amanitin y-Amanitin Phalloidin
IS() | IS(+) | IS() | IS(+) | IS() | IS(+) | 18() | IS(+) | IS() | IS(+) | 1S() | I8(+) | I18() | I8(+)
Mean recovery (%) 93.1 93.0 82.2 78.0 89.6 88.9 93.2 90.0 91.3 88.4 96.1 92.7 91.7 88.3
Repeatability relative SD [RSDr, %] 6.1 6.7 6.2 6.7 4.1 10.8 6.2 6.7 2.6 3.6 6.4 7.0 4.2 4.2
Reproducibility relative SD [RSDR, %] 20.3 19.1 215 271 7.5 14.5 12.3 16.1 11.1 15.1 125 15.8 9.4 11.5
HorRat 1.3 1.2 1.3 1.7 0.5 0.9 0.8 1.0 0.7 0.9 0.8 1.0 0.6 0.7
Predicted reproducibility relative SD [PRSDg]: 16% for 1 mg/kg

C-3% 52 AHEEDIDERLS—FHAWIEL D 6 BEEHIC X 2RBMEMIERBROMER-7 T 3 A PEMERER GRMBREE : 1 mg/kg)

CPAC llludin S

Satratoxin H a-Amanitin B-Amanitin y-Amanitin Phalloidin
IS(-) | IS(+) | IS() | IS(+) | 18() | IS(+) | 1S() | IS(+) | IS(-) | IS(+) | IS() | IS(+) | I18() | 18(+)
Mean recovery (%) 96.8 95.6 85.8 80.0 88.8 90.5 90.4 87.4 94.3 91.3 96.6 93.9 89.7 87.2
Repeatability relative SD [RSDr, %] 2.6 3.2 4.0 54 2.0 29 9.7 8.2 6.1 5.5 41 4.6 2.0 3.3
Reproducibility relative SD [RSDR, %] 18.7 18.2 16.2 22.2 6.1 8.1 13.3 11.5 12.3 13.5 17.7 16.6 74 7.6
HorRat 1.2 1.1 1.0 14 0.4 0.5 0.8 0.7 0.8 0.8 1.1 1.0 0.5 0.5
Predicted reproducibility relative SD [PRSDg]: 16% for 1 mg/kg
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Std 10 ng/mL

Intensity, cps

1.6e6

1.4e6

1.2e6

1.0e6

8.0e5

6.0e5

4.0e5

2.0e5

0.0

5.84 min
Allylglycine
286 > 171

4.88 min
Propargylglycine
>
4.11 min i > )
Muscimol 9.18 min
285 >171 MTY
366.1 > 171
3.37 min
Ibotenic acid
329 > 171
2.23 min
Muscarin
174 > 57
1.0 20 3.0 4.0 50 6.0 7.0 8.0 9.0 10.0
Time, min

C3X4 AHEDODIOERS—FINE2 SRMZ7u~v hr/I74 (EENTFV Vv ay)
i Fk%ES © Exion LC AD (Sciex)—5500+ QTRAP Activated (Sciex). tZH#EANR : 10 ng/mL
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Area

Area

Area

Muscarin
y =5.75571e4 x + 622.74822 (r = 0.99728)

1.0e6
9.0e5
8.0e5
7.0e5
6.0e5
5.0e5
4.0e5
3.0e5
2.0e5
1.0e5

0.0e0

12 3 45 6 7 8 9 1111213141516 17 18 19
Concentration

Ibotenic acid
y =1.26144e5 x + 286.12952 (r = 0.99983)

20e6

1.0e6

5.0e5

1 2 3 45 6 7 8 91011 1213141516 17 18 19
Concentration

Muscimol
y =2.52687e5 x + 995.56784 (r = 0.99984)

4e6

3e6

2e6

0e0

12 3 45 6 7 8 9101112131415 16 17 18 19
Concentration

Area

Area

Propargylglycine
y =3.16179e5 x + 465.16286 (r = 0.99975)

6e6

Se6

4e6

3e6

2e6

1e6

0e0

1 2 3 45 6 7 8 9 10111213 141516 17 18 19
Concentration

Allylglycine
y =4.32567e5 x + 886.26009 (r = 0.99970)

8e6
7e6
6e6
5e6
4e6
3e6
2e6
1e6
0e0

12 3 4 5 6 7 8 9 10111213 141516 17 18 19
Concentration

C3X5 AHXDIOEMY—FoIiE2 BRER (NEEEHERL)
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@ Shutake BL - Musca. . (sample index
Area:3.349¢3. Her... 75e2. RT. 229 min
40e5
3565
3005
255

§

£ 20

H
15¢5
1.0e5
50ed
oo-o-——-‘-”?———'

21 22%23 24
Time. min

+ @ Shiitake Re1 - Musc_ (sample lnde 4)  +

Intensay

'.uo It-u--l(lh H*D
€2: 5 98305, Hei. 3005, RT.

Intensay

Quantifier
Qualifier

Area: 665505, Her. 4505 RT: 227 min

4005
355
30e5
255
20e5
155
1065
504

0.0e0 4

206
1865
16e5
14eS
1265
10e5
80ed
600d
4004
200t
0.0e0

an

21 22723 24
Time, man

223 mn

2%

21 22%23 2
Time. men

Muscarin

m/z 174>57
m/z 174>43

EE:

Quantifier

Qualifier
B . s . (saerghe Shiitake BL- Allylg ). (saple tnde 3)  + @ Shiitake BL-MTY 1.. (--hl-:n
B voiery e ey - e W < AT e TRy "n;-oz‘;,szum.,mm.w— O en 2 71306t Bt T 930 win
2005 25
2065 e e e -
255 1665 1665
1 1408 1468 L
2005 1006 1265 1265 et
g 1565 g 805 g 10e5 g 1065 E 5
L = s . 1 = som - i
— - 60ut 6084 5850 2
4004 4004
St 1 2008 20e¢ a8 200t f 5 N Te$
; 4137
¢ 32 33 B 35 B e e areary T s % o oo 57 ss¥s53 60 R R e ey
Time, min Time. min Time. min Time. min Time. min
@ Shiitake Re - Ibote. . (samgle lndex 4) + @ Shiitake Re1- Musc._ doc§)  +@ShitakeRel-Prop. . (amwlewdoc )+ @ ShitakeRe1- Alll. ). (smwloldoc 4+ @ Shitake Re1- MTY . (uamele bnex )
a1 18106 Nt G T 3w Area:2 07506, Her. 24t NI 13w 506, RT- 4 B mim Area: 4 4776, Hei. 376, RT: 5.85 mn 30296, Hei. &30S, RT: 9 19 min
4005 1866 1466
R 1066 s 1%
355 1666 1266
90e5 7e5
3005 e 8088
10e6
Jees 1266 7065 Ll
3 F 10 § 60 § 88 § (
B i e i 33 i oo i ow
155
60e5 35
1.0e5 4005 :: B 25
500t 2005 i 1065 20e8 e 1e8
oo 32 33 W 35 e 39 40 4Y 42 43 a0 PYRIYIE (MO o0 57 53¥59 60 o 90 91 % 93 94
Time. men Time. min Time, min Time, mn Time, min
O e O N e anen O e e Cea T A+ @ J0; Miyigycina 1(-) (sampteldec D) +@ 10, MTY 1 {Usknow. sz e 2
405 basd 1266
355 g 25 1166 75
3068 65 75 ;z 65
255 2 55 " o 8065 55
SeS 705
e i = ] - i { =
= = 3 = =
5 - . % -
1065 % 268 3068 265
2008
ot I o o B = A “l
VR YRET 35 10 & 2 O PERNYRE (RS 0000 T 63 S5 O 8 B
Time. min Time. min Time. min Teve, e Tiwe. min
Ibotenic acid Muscimol Propargylglycine Allylglycine MTY
m/z 329>171 m/z 285>171 m/z 284>171 m/z 286>171 m/z 366.1>171
m/z 329>116 m/z 285>116 m/z 284>116 m/z 286>116 m/z 366.1>116

C-3X6

BREDZOBRI—FHIHE2 SRM 7 u~< h/J A
A %4 BL, HE:

A Z TN mglkg, B EEHERWE 10 ng/mL
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C3RKRT1 ABXDIERS—FOWEE2

BMENGRERDFER (FRIREE : 1 me/kg, n=3)

Compound name Shiitake Bunashimeji Nameko Hiratake Maitake Enokitake Tsukuritake
Mean(%) | RSD(%) [ Mean(%) | RSD(%) | Mean(%) | RSD(%) | Mean(%) | RSD(%) | Mean(%) | RSD(%) | Mean(%) | RSD(%) | Mean(%)| RSD(%)
Muscarin 110 2.65 102 0.86 112 2.37 111 0.78 110 1.12 103 0.39 103 1.57
Ibotenic acid 80.8 0.52 65.5 1.41 90.6 2.39 95.6 2.52 86.4 3.86 914 1.12 73.9 2.88
Muscimol 77.8 0.36 92.8 2.17 84.4 2.53 85.7 1.04 85.8 3.83 54.3 0.37 54.7 1.97
Propargylglycine 104 0.90 106 1.36 102 1.92 104 1.84 85.8 2.74 103 1.89 834 2.20
Allylglycine 96.8 1.53 101 2.22 92.6 1.90 95.5 4.22 87.1 3.30 91.1 1.07 54.4 1.59
C-3# T2 < 1Y v/ ABEREORBEERSEH T 5 GO 1 mg/k 1%, n=1) o
o
Compound name Shiitake Bunashimeji Nameko Hiratake Maitake Enokitake Tsukuritake
Muscarin 103 89.2 107 118 109 105 100
Ibotenic acid 101 70.0 95.3 101 97.1 91.3 49.5
Muscimol 84.7 97.0 89.5 96.6 94.5 52.2 59.4
Propargylglycine 116 111 105 114 96.9 101 94.9
Allylglycine 112 106 97.2 107 102 92.3 81.7
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FREHH (H)
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C-43% 1. #\X/ allkrEPhBHORKNMEH (H3-R2)

J R i FEAATE BERC A
HE 1,233 (89.0%)"1 3,704  (79.6%)
W52 )5 36 (2.6%) 165  (3.5%)
e 32 (2.3%) 248  (5.3%)
BRE)E 17 (1.2%) 158  (3.4%)
JircfE 10 (0.7%) 70 (1.5%)
i2: e ) 8 (0.6%) 31 (0.7%)
EE 1 (0.1%) 6 (0.1%)
Z Dt 45  (3.2%) 264  (5.7%)
N 3 (0.2%) 8 (0.2%)

BRt 1,385 4,654

E 1 FRIMPIEEFHI E O 2FE%

C-43% 2. BHREOIRAEMEN 30 M 10 LI EDFHSF 7 =2 (H3-R2)

R 1 FeAEMH (1) T2 BEK (4)
PP s 519 2,080
IY T X=487r 272 978
BEAY 88 351
N 57 117
TUT BT 56 88
ARV AY 20 75
K7 ¥~ KU 19 68
R4 18 49
E WA E L 18 48
A RT T H 14 19
BB R O—HE 14 28
=705 11 22
NAALBTAY 10 22

W1 HEE) EHESNEFHLEDL,
2 BREORK &R oTem® ) aNEBEMEOEFIZ OV TIE, ZhEhoE
X/ 3OV TAH T b LT
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WARR A7 AVUDLES) Fav o THHFHEB)
BER  NTAYIET)

Rt (4).
RER S rqUmE v URaR- 19540

KRR NA7AU5E(6). /NP YRaA(3)

Fav T HHALEEG) R E(4).

A

TER L5
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C-4% 6. A XV T TN DRTEHBIEIFICEIT DIMFO /L FURE
e - . o SLEFS | 32
i BRA BEE TR BERS SAITEEBAL (mg/g) =
RS HICR LB, . IO = 24
_ %2 Ule, #0921 (RN EAL LIl _—
& = 1l 2o, mEoBbk. vk, BmEse L 0609 14] 1
RS 5 (C BRESARR (C  DFET- ERIR 0.73
wie | ses L [P0y I, i, <o (?g% 04 g;
#2854 CIENT s 0.5
) #2057 Clg s+ N HRODIRI '
Kbeo 1) e e o e 4
PE 0.91
2% - 124 SHREIBR U B ERHEEERE D= HICU © ,
o |3 | it 3B 0.3;0.7| 5)
=
4B§FE5?§(:—F%TJ\ I]EDj:(F{EZ) 0 59
TS 1 | 24BSRILUE CAKBALT. MR e |5, %% 6
B - FHLEISE, SEIRIABEICRE JiE G
Wi 3094 (C T, NENt 0.46;
%’910%&&22%1“ 3 |BATH. BEEEEN. SH1AGEENS it L& 0.51: 7
" 2823 0.54; 0.61

1) EHE56(5) J177-J178 2015; 2) B A1 5555(2) U59-U60 2014; 3) B #THHFR$R 64 75-76 2014; 4) B H5¥60(2) J37-J38 2019;
5)ERTIETER 54 107-108 2004; 6) BRI ET R 67 99-102 2017; 7) B AT 5E59(2) J46-J47 2018;
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C-4ilik2 TARTD Y X7 T a7 7 Av] F /7 aFHFROHB (—E S

TUTRYr EER
1| Fri — x4 TUT BT
[1-9] 15 4 TERLG DIR] TFEF [EAR], TF50 DHB]. TASIE

2 &0 [BHE] TASDEL [EE]. FVnIAL, Tvney [F
HRE] BIwEhEol [Hh AT 3vneE I9 HE].
Fwnwe v (72) F [FHh. 5F] Fx e Rk, R¥] 3z
LvEoZ [HH, &5F. KB Xz vk (72) F [k,
W], Fx v R URE] T2 &b L [HH. 5F, KH,
el Ox 572 LE]

S (B ®) TUTETRT BT R

T4 Amanita pantherina

o3 A R AL, 77 U

I A I 2~k

IR L ARG ET | AMVEBRIRE, EIDRERMK (T, a7 I XFREDTTHY

A RNE S ££4~25 cm
A RtGt~A Y —T71f, IR ATHERN S D, RulLEd
FHERHY . BEOWE (DIED4FKR) BEH- <,
O |Bfa, %,
:AE, DIXEFAAFEETELR TV, 2138 Fiiass<nd,
FEHIZS L BH, 2FEzEA Y 7R (R ITKViIED Z En
EAN
W A,

< DAh, AR TR BEB MR A L, N CTHER, BHEBRICR AT L RT

MoLYELIEbDIFMHD A RT 727,

Bl 7 2 & X5l
=

X 3., O: AR,

XART T X7 HERICEAEL, KETR-oLY LTWVD,

A BRGEER
BEH
2 | WY | BB IO FM | A RT U, AVE—L, AF Y rEUEBE (6, 10-12]
i
M HPLC i#[13, 14], LC-MS i4[15]. LC-MS/MS i#:[16, 17]. GC/MS
ESIAHWLATWD,
(R 2 A RT UL NMDA Z&EIKD, 5 E—NE GABA SHEKOT
T=A FTH 5, [19, 20]
3 | BhE | AP EER ART VBRI L DBEBERN & LAY F— 10 X 5 MEIER B HER
F 45 - FEE IRF[H] LIoOBMERPEIERP D bbb,
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- JiE IR O RE(

B% 30 LHEEMO S BT, EH, 8. TRk &0 {baR
DOHRFIERZ AL L D, £ OM, MR O P ERER & L CHilE, 58T,
H¥E. O FEV, EEFEE, g, G5 - BEEEE, 22H - K o5&
EE . BEEL. WK C R AT, EERGA IR R, S
ERDN, R HRECREET LI EEbTn5, (6,19,
21-23]

FEAR I ELE 10 B O X 7 2iC X2 BFHEBERNZ. 2656
S igace 21| (ERF 1)
VR 184, R RANTHART 25 LB CRILI-X ) 2258
DT, TN T A= ICHHE L CHA Lz, BEENOHERL T
WS, BN D B EEREZ A DIEM:, JEICEE- 72 X O R
RREY WPKEAZD), 4% FEBITEED) REDIE
KRERLEED, BFEEEA~SRE L, HSh7iA—7Dx ) 20
R DT v 7 a2 L HfEE S iz, [24]
7= % | — 4 ART VT Br
J 3D | Hh4 KT T R2TICHET D
R | aE (B OB) T 0B F
[1-9] T4 Amanita ibotengutake
gaKiil AA, FE, #EE
%A H~FK
TR E SRS T | AMVEBRIRE . RICEERMK (Fve, M RvY o~ VE)
o HE KRE S ££4~25 cm
A R ~F ) — 78 E, REIZZDVHERH Y | OB EE
VToWME (DIED4FR) BEHHOL<, BRICITIERE & 5,
U2 HE, %,
Wi A, EESICAGEEOSIENH Y, SIE0kEIE LIZLIZHE
t, KT/~ SR, THARD TORKRLS, 122,
IR T, 2IFEBENAK VRS2V VIR EERD,
W AR TH AL,
Z DA RIS EBMICEEL . T 7 F2 7LD B RBTR-LY E LT
WD, T U7 IRIRERMKICIA L, NTEES,
=%/ = XT 7B IRERRIC I A N TR,
X @3, O: A&,
AN BRFER
ZEE | - Uk 1. RIER—, WEEK, KEAT. BOLWEDOIHEZXOI N
¥ R, XF T X, FEhm oKL, 2016 (ISBN-10 : 4074168413)
- O 2. WM LRT T I 7 — 48 RADEO . b EA,

2011 (ISBN-10 : 4635090442)
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3. RKIER—. < bRTObMDEDZ FFTK Kb6_ThbhrsK

#) , & EAaf, 2015 (ISBN-10:  4635063488)

4. S BN, RESREE. AR AR EENE 1, RE T, 1987
(ISBN-10 : 4586300752)

5. A BN, ARMBKME. AR A EEXE T, RE M, 1989
(ISBN-10 : 4586300760)

6. FRGH (BAE) . BMET 7 4 — /L FRZ N HADEX

D . FHECE IR, 2010 (ISBN 978-4-05-404263-6)

7. IndexFungorum

https://www.indexfungorum.org/names/names.asp

8 BIRFEL, WRIEA. 0 Z OE - TSR, L& matt,

1999 (ISBN-10: 4635880311)

9. W)=, F /7 2 5 HHRAKGE. 30 B H AR, 2018
(ISBN-10 : 4284202472)

10. IR &, 3RS, 84, 1233-1234 (1964)

11. Onda, M., et al., Chem Pharm Bull 12 751 (1964)

12. Chilton, WS., et al., Phytochem, 13, 1179-1181 (1974)
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(2008)
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23. [ R, AR P HERS, 38(2), 110-115 (1997)

24. MR, RSP HERS, 48(5), J375-J376
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C4Rik3 THARBODY AT a7 7 A1)

AXYI50 EEMR

R R OB (— )

1 | Fri% — x4 AXHT75 (AL aLFh L)
e autumn crocus, naked lady
o (H. APG : Colchicaceae (A X% 7 Z Fl); Z v A b Liliaceae
) (=UH#); =x=r777—:Liliaceae (= U F) [1]
¥4 Colchicum autumnale L..
RIE - EEM | 3 —wm y NREFE~ILT 7 U 0 JRPE O BRARKE .
BIRRERICIER L, ENICHE LZEKIRB 6 L BET 2 0RETHH
fEL, MREEPBNTZOBEMY L L TR BEEIND.
T HE ZEAE ORI . ERIRIZEE 3 ~b5em DI, fEHIL 9 A~10 H.
N BIEEZE 15em XL, 7Y AROY 7 F > (Crocus
sativus L. ) ([ZBl7=fEx > 17 5. FFE, FF F (Rohdea japonica
(Thunb.) Roth) (ZE7ZRDH % K & 20~30cm OEEZMRAEL, 6
A3t TIRIR 9% .
FENCT W | FavPry=r =2 FRTY
Al ) KR : =0 =7, ZvxF, V¥ HAE, 2 UR
AN
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